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1 Introduction

Computer simulations have become an essential tool for studying complex systems in various branches
of science. In order to describe physical phenomena based on appropriate models, mathematics acts
as a basic language. In the present age of modern computer technologies, especially the development
of efficient algorithms is of high interest. Naive approaches for the computation of certain quantities
of interest often result in algorithms with a poor complexity, i.e., large or rather complex systems
are not treatable within acceptable time. For this reason, one makes use of adequate tools of applied
mathematics in order to develop methods showing a significantly lower complexity. This is usually
connected with a loss of accuracy, i.e., one has to be aware of upcoming approximation errors. Having
the resulting errors under control brings the user in the profitable position to find an adequate balance
between accuracy and required runtime. Finally, applying adequate efficient algorithms in combination
with modern computer technology allows the study of highly complex natural phenomena involving a
large number of influencing factors. Based on such investigations one may be able to confirm theoretical
assumptions or gain new insights in processes, which cannot be studied based on real experiments.

The present thesis is largely concerned with an application originating from the area of electrostatics.
We consider problems arising in molecular dynamics simulations, which find their applications in
different areas of biology, physics, chemistry and material science, see [FS02, Cail3] for instance.
Within the scope of such investigations, one considers systems containing hundreds, thousands or even
millions of interacting charged particles or molecules and aims to determine the resulting electrostatic
potentials, the acting forces or the overall electrostatic energy, for instance. Based on the results, one
may be able to study the dynamic evolution of particle systems, study physical phenomena on atomic
level or describe the behavior or properties of materials that have not been developed so far.

Since each particle is interacting with all other particles, doubling the number of particles results
in an increase in the number of interactions by a factor of four. Simply speaking, naive approaches to
solve this problem will result in an arithmetic complexity of O(N?), where N denotes the number of
present particles, which is unfavorable for large system sizes. In several applications it is, furthermore,
reasonable to assume periodic boundary conditions in order to avoid undesired boundary effects. This
makes the problem definition even more complex. In addition, the considered electrostatic interactions
are long ranged. Thus, naive attempts to reduce the required computational costs by applying simple
truncation schemes will fail if a high accuracy is required or large particle systems are to be studied.
We remark that the classical N-body problem originating from the work of Isaac Newton in the 17th
century, where a system of point masses is considered, is very similar to the above described problem
concerning electrostatics in charged particle systems.

In 1921, P.P. Ewald proposed a promising approach [Ewa21] to overcome the problems originating
from the long range character of the involved interaction kernels. The correspondingly named Ewald
summation approach splits up the singular and at the same time long ranged interaction kernel into a
singular short range part and a continuous long range part. The short range part can be handled based
on an appropriate truncation scheme and the long range part can be transformed into Fourier space,
where it shows an extremely rapid convergence behavior.
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In many applications periodic boundary conditions are assumed in all three spatial directions.
Surprisingly, this is the case most easily treatable, since the underlying analysis is quiet simple. If all
involved parameters are chosen appropriately, the Ewald summation approach achieves an arithmetic
complexity of O(N3/?), cf. [PPD88, KP92, Fin94]. By making use of the well known fast Fourier
transform (FFT) this can be further reduced to O(N log N), i.e., an almost linear scaling with the
number of particles is possible. In this context, a fundamental difficulty results from the fact that the
particles are usually not distributed on a regular grid. Thus, the present particle distribution has to be
approximated based on a regular grid. Algorithms which are based on this idea are commonly known
as particle-mesh methods. In order to perform the grid based approximation, these methods make use
of a so called window or charge assignment function.

Several particle-mesh methods make use of a B-spline window function, as for instance the well
known particle-particle particle-mesh (P*°M) method [EHL80, HE88, DH98a], the particle-mesh Ewald
(PME) method [DYP93] and the smooth particle-mesh Ewald (SPME) method [EPB*95]. Also approx-
imations based on a Gaussian have already been considered, see [SKE*05, LT11]. The particle-particle
NFFT (P’NFFT), as proposed in [HL06, PP11, WHP*14], is based on the FFT for nonequispaced data
(NFFT) and allows the application of various types of window functions, including B-splines, the
Gaussian and also Bessel functions, for instance. Beside the Fourier based methods there are also
several other methods, such as the fast multipole method (FMM) [GR87, Dac10] with an arithmetic
complexity of O(N), multigrid based approaches [Bol08] or the Barnes-Hut tree algorithm [BH86],
just to mention a few.

All the above mentioned algorithms enable an efficient computation of electrostatic interactions in
charged particle systems under 3d-periodic boundary conditions, where only charge-charge interactions
are present. We remark that [AFH" 13] serves a detailed comparison between various methods for the
3d-periodic Coulomb problem, showing that P*M and P2NFFT rank among the best solvers in this
field. The open software library ScaFaCoS [ABD™] (Scalable fast Coulomb solvers) provides various
algorithms for computing interactions in charged particle systems, including P>*M, P>’NFFT and FMM,
for instance.

Beside interactions between charged particles, also dipole-dipole and charge-dipole interactions are
of interest for certain applications. For pure dipole systems the dipolar P>M method has already been
proposed and applied successfully, see [CBLHOS8, CBH11].

The Ewald summation approach is also applicable if 2d-periodic or 1d-periodic boundary conditions
are assumed. In these cases, the transformation of the resulting long range part into Fourier space does
not separate the particle coordinates with respect to the nonperiodic dimensions. Thus, the derivation
of efficient algorithms is more challenging than in the 3d-periodic setting. However, a few efficient
algorithms have already been proposed, as for example the spectrally accurate Ewald summation for 2d-
and 1d-periodic boundary conditions [LT12, ST17] and the electrostatic layer correction (ELC) method
for slab geometries [AdJHO2]. In addition, several algorithms resulting in a worse complexity have been
proposed, see [WA97, YB99, AH02, TMPMO02, Br604, BS04, MMY*04, AHO05]. All the mentioned
methods for mixed periodic constraints only take charge-charge interactions into consideration.

The main contributions of this work can be summarized as follows. Following the NFFT based fast
summation approach [PS03], the P2NFFT method [PP11] is generalized in order to be applicable for
mixed periodic and open boundary conditions, see also [NPP15a, NPP15b]. As a result, the extended
P2NFFT framework allows a unified treatment of all possible combinations of periodic and nonperiodic
boundary conditions in the single dimensions. Furthermore, an extension to particle systems including
a mixture of charges and dipoles is derived, see also [Nes16b, HNP17, Nes17]. Finally, an O(N log N)
algorithm for the approximation of electrostatic interactions in mixed charge-dipole systems under
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various types of periodic boundary conditions is presented for the first time. The reliability of the
resulting algorithm is verified based on numerical examples. As already mentioned, the presented
method is very efficient but also approximate, i.e., we have to be aware of upcoming approximation
errors. Being able to estimate the resulting errors as accurately as possible is required in order to
develop strategies for balancing between accuracy and required computational costs. For this reason,
also error estimates are taken into consideration.

The approximation errors resulting from truncating the Ewald sums have already been proposed for
charge-charge and dipole-dipole systems, see [KP92] and [WHO1], respectively. In order to provide
reliable estimates for mixed charge-dipole systems, appropriate estimates for interactions between
charges and dipoles are developed. The application of the NFFT causes additional approximation
errors. These errors are essentially studied based on the already known error formulas for the P3M
method, see [HE88, DH98b, CBLHO8, CBH11]. An appropriate extension to charge-dipole systems
is presented for the first time. Within this scope, the application of an oversampling factor, as intended
by the NFFT approximation scheme, is taken into consideration. For this purpose, the already known
error estimates are adapted appropriately. In addition to the well established B-spline window, also
other window functions are considered. Based on the error analysis, we gain new insights concerning
an optimal choice of the involved parameters, including the oversampling factor as well as the applied
window function. These newly gained insights may lead to significant improvements.

Outline of the Thesis

Chapter 2: Electrostatic interactions in particle systems

This chapter is dedicated to basic definitions and concepts concerning the computation of electrostatic
interactions in particle systems. We start by introducing some basic terms such as the electrostatic
energy, potentials and forces, defined for electrostatic particle systems including point charges and
point dipoles, see Section 2.1. In this context, we especially introduce the considered types of
periodic boundary conditions and discuss related convergence characteristics. In Section 2.2 the
Ewald summation approach will be introduced and discussed. In particular, we present and derive
the resulting Ewald representations of the electrostatic potentials, where we allow arbitrary triclinic
box structures in case of 3d-periodic boundary conditions, see Section 2.2.1. The cases of 2d-periodic
and 1d-periodic boundary conditions are studied in Sections 2.2.2 and 2.2.3, respectively. The case of
0d-periodic or rather open boundary conditions takes a special role. Since periodicity is not applied at
all, a derivation of Ewald summation formulas is not possible in the classical sense, cf. Section 2.2.4.
Nevertheless, the so called Ewald splitting is also applied for open constraints in order to form the
basis for a tool that enables a unified treatment of all the considered types of boundary conditions.
Although the resulting Ewald summation formulas appear to be pretty diverse concerning the different
types of periodic boundary conditions, the same mathematical ideas form the basis. Consequently, the
different cases may be summarized based on a common framework. Such a universal notation of the
Ewald summation formulas is introduced by Theorem 2.16.

If periodic boundary conditions are present in at least one of three dimensions, the Ewald summation
technique results in a splitting of the considered electrostatic quantities into a short range part and a
Fourier space part, which are infinite sums. Both are rapidly converging and hence may be truncated
in order to compute the electrostatic potentials, forces and the like efficiently. Of course, this process
causes certain approximation or rather truncation errors. In order to develop reliable algorithms,
an estimation or rather prediction of these errors is of high interest. In Section 2.3 we discuss the
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estimation of these truncation errors. For this purpose, we restrict our considerations to the 3d-periodic
case, which is the simplest case in terms of the underlying analysis. We study the rms error in the
forces, which is a common measure of accuracy in the field of molecular dynamics simulations. After
reviewing the basic concepts, we consider the short range part and the Fourier space part separately in
Sections 2.3.2 and 2.3.3, respectively. We revisit the already known error estimates for charge-charge
[KP92] as well as dipole-dipole interactions [WHOI1] and extend the theory to mixed charge-dipole
systems, as introduced in [HNP17]. The Ewald truncation errors are summarized in Theorems 2.18
and 2.20, where the short range parts of the forces are studied, as well as in Theorems 2.23 and 2.24,
where the Fourier space parts are estimated. Based on the presented estimates we are for the first time
able to tune the Ewald summation parameters for mixed charge-dipole systems with respect to a certain
rms force accuracy, see Section 2.3.4.

Chapter 3: Nonequispaced fast Fourier transforms in three variables

Chapter 3 is concerned with the nonuniform FFT (NUFFT) or rather FFT for nonequispaced data
(NFFT), cf. [DR93, Bey95, Ste98, DS99, War98, PST01, GL04, KKP09]. After reviewing some basic
terms and definitions in Section 3.1, we give an introduction to the NFFT algorithm and some of its
variations in Section 3.2. First of all, the basic concepts of the classical NFFT and its adjoint are
considered, cf. Section 3.2.1. In accordance with the investigation of rms errors concerning the Ewald
summation approach, see Section 2.3, we take into consideration the approximation errors measured
in the Ly-norm and revisit results concerning the £-optimization of the presented algorithms, cf.
[DS99, Jac09, Pip15].

The NFFT and its adjoint act as the main building blocks of the P>NFFT method for charged
particle systems. In order to compute the acting forces, a further variant of the NFFT, namely the
so called gradient NFFT, has already been developed. For the computation of interactions in mixed
charge-dipole systems, the conception of two new NFFT modules, namely the Hessian NFFT and the
adjoint gradient NFFT, is required, cf. [HNP17]. The gradient NFFT, the Hessian NFFT as well as
the adjoint gradient NFFT are introduced in Section 3.2.2. All the presented NFFT modules build
the basis for the extended P’NFFT algorithm, which allows an efficient computation of interactions in
mixed charge-dipole systems subject to different types of periodic boundary conditions, see Chapter 4.

A basic element of the NFFT algorithms is the window function, which is used in order to map the
given irregularly spaced nodes onto a regular grid. Various possible window functions have already
been proposed in the literature, see [Bey95, PS03, Pip15]. Following the results presented in [Nes16a],
we concentrate on compactly supported window functions, namely the B-spline as well as the Bessel
window. Furthermore, we introduce the modified B-spline window and consider the Gaussian as an
example for a window function without compact support.

In order to estimate the resulting approximation errors we derive new error bounds concerning
the Bessel window and the modified B-spline window, cf. [Nesl6a]. After introducing the relevant
window functions as well as the corresponding estimates, we consider the one-dimensional case and
show how the NFFT approximation errors may be predicted, see 3.3.1. Therefor, we assume that
the underlying Fourier coefficients are known and compare the results concerning two different sets
of Fourier coefficients. In addition, we compare the theoretical estimates with measured errors and
show that usually a very good agreement is achieved. The Bessel, the modified B-spline as well as the
Gaussian window function are defined by introducing a so called shape parameter, which is not needed
in case of the classical B-spline window. The presented numerical examples show that the choice of
this shape parameter may influence the resulting accuracy significantly and that the introduced error
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estimates are a helpful tool in order to tune the shape parameter automatically. Fundamentally different
optimal shape parameters are obtained for the considered sets of Fourier coefficients. A comparison
between the considered window functions shows that the Bessel window is oftentimes the best choice
regarding accuracy. In the context of possible applications, the assumption that the underlying Fourier
coefficients are known is certainly not always reasonable. However, in case of electrostatic interactions
in particle systems under 3d-periodic boundary conditions this is the case, see Section 2.2.1 and 4.1.1.

The multivariate case is considered in Section 3.3.2. We discuss some fundamental difficulties
concerning an exact and efficient prediction of the resulting approximation errors in higher dimensions.
In this context, we present some numerical examples in three variables, where we apply the classical
B-spline window. In addition to the usual NFFT, we also consider the gradient NFFT. A similar concept
will be applied later in Section 4.3, where we also take the Bessel window function into consideration.

The introduced NFFT algorithms are suitable tools for the efficient evaluation of periodic functions or
rather trigonometric sums involving unequally distributed nodes. However, there are many applications,
where an efficient evaluation of nonperiodic expressions is desired. As an example, the task of
computing a convolution of given data on a irregular grid with a nonperiodic kernel function, may be
taken into consideration. In order to solve this problem efficiently, the NFFT based fast summation
approach, as introduced in Section 3.4, may be applied. The basic idea is to embed a given nonperiodic
function into a periodic setting in order to enable an application of the NFFT. We discuss three different
variants for continuing a nonperiodic function periodically, which are combined in the PPNFFT method
for mixed periodic boundary conditions, see Section 4.1.2. Furthermore, the discussed variants enable
to range other approaches for 2d- and 1d-periodic constraints, presented in the literature. Independent
from the applied periodization technique, the fast summation approach enables an efficient convolution
with nonperiodic kernels by combining the NFFT and its adjoint. In Section 3.4.1 we start by
considering the one-dimensional case, followed by a short introduction to fast summation for radial
kernels in higher dimensions, cf. Section 3.4.2. The NFFT based fast summation approach builds the
basis for the NFFT based fast Ewald summation for mixed periodic and open boundary conditions, cf.
Section 4.1.2.

Chapter 4: The P>NFFT method for charges and dipoles

In this chapter we combine the presented Ewald summation formulas, see Section 2.2, and the different
NFFT modules, as introduced in Chapter 3, for the approximation of interactions in electrostatic systems
with charges and dipoles efficiently. In Section 4.1.1 we consider the 3d-periodic case, where the Ewald
formulas straightforwardly lead to an efficient algorithm. An adequate combination of the adjoint NFFT,
the adjoint gradient NFFT as well as the NFFT serves an efficient way to approximate the electrostatic
potentials within O(N log N) arithmetic operations, cf. [Pipl5, PP11, PP13, Nes16b, HNP17]. In
order to compute the electrostatic fields and the field gradients, the NFFT has to be replaced by the
gradient NFFT and the Hessian NFFT, respectively.

In Section 4.1.2 the generalization of the method to mixed periodic and open boundary conditions is
presented. The computation of the short ranged sums is realized analogously for all considered types of
boundary conditions. In contrast, the computation of the long range parts seems to follow fundamentally
different principles, since the corresponding Fourier space representations are differing. In order to
compute the Fourier space parts efficiently, we apply the NFFT based fast summation approach with
respect to the nonperiodic dimensions. Whereas the Fourier coefficients are known in an analytically
closed form in case of 3d-periodic constraints, the Fourier coefficients for mixed periodic and open
boundary conditions are computed numerically based on the FFT in a precomputation step. However,



14 1 INTRODUCTION

the structure of the final algorithm remains exactly the same as in case of 3d-periodic boundary
conditions, where only the Fourier coefficients have to be replaced, see also [NPP15a, NPP15b].
Finally, the extended P2NFFT framework enables a unified treatment of mixed charge-dipole systems
under various types of periodic boundary conditions.

Some details regarding the implementation of the resulting algorithm are given in Section 4.2,
where we also summarize the PPNFFT method for charge-dipole systems under various types of
periodic boundary conditions in Algorithm 4.3. Our implementation is part of the above mentioned
ScaFaCoS library [ABD*] and makes use of the PNFFT software [PP13, Pipb] in order to perform the
required nonuniform FFTs. Replacing the fast NFFT modules by naive slow summation procedures
(NDFT) serves a pure Ewald summation, which we call the P2NDFT Ewald method. The current
implementation implies certain limitations concerning the shape of the primary simulation box in case
of mixed periodic and open boundary conditions. However, it is shown in Section 2.2 that a common
triclinic box shape may be traced back to the structure suitable for the present implementation.

The approximation of the truncated Fourier space sums based on the NFFT causes further approx-
imation errors, which are studied in Section 4.3. Essentially, the already developed error formulas
for the P°M method, cf. [HE88, DH98b, CBLH08, CBH11], are also applicable for the P2NFFT
method, where we additionally have to take into account the presence of an oversampling factor, see
also [Nes16c]. Furthermore, the theory is extended to mixed charge-dipole systems, where we consider
the so called ik-differentiation approach, see Section 4.3.1 and especially Theorem 4.13, as well as the
analytic differentiation approach, see Section 4.3.2 and especially Theorem 4.20.

Chapter 5: Numerical results

Chapter 5 contains several numerical examples demonstrating the functional efficiency of the developed
algorithm. Furthermore, we verify the theoretical error estimates. In Section 5.1 we start by verifying
the Ewald truncation errors for 3d-periodic boundary conditions, as considered in Section 2.3. The
actual errors are estimated appropriately for simple orthorhombic box shapes as well as in case of
tricilinc structures.

Section 5.2 is concerned with the PPNFFT method for 3d-periodic boundary conditions, where
mainly the NFFT related approximation errors are taken into consideration. In Section 5.2.1 we
present numerical results verifying the theoretical estimates, where the PPNDFT Ewald method served
as a reference method in order to compute the actual approximation errors. In our numerical tests we
considered the widely used B-spline window function as well as the Bessel window and compared the
results. The real approximation errors are properly estimated from above. Furthermore, the results
show that an adequate choice of the shape parameter does improve the performance of the Bessel
window function a lot. Consequently, the Bessel window is in many cases the better choice with
respect to accuracy. In other words, in order to achieve a certain accuracy, the Bessel window is
oftentimes better with respect to the required computation time.

In Section 5.2.2 we discuss how all involved parameters may be tuned in advance in order to achieve
a desired accuracy. For this purpose, only the near field cutoff radius has to be specified beforehand.
Consequently, all other parameters, including the NFFT oversampling factor as well as the shape
parameter for the Bessel window function, may be tuned based on the error estimates. An optimization
of the parameters with respect to runtime should depend on the used hard- and software. This may be
realized based on the above described accuracy tuning and optimizing the runtime with respect to the
near field cutoff radius. The presented numerical examples demonstrate how the required computation
time is influenced by the choice of the near field cutoff radius. In addition, the proposed complexity of
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the P’NFFT method is verified numerically by considering particle systems of increasing size.

Numerical results for mixed periodic and open boundary conditions are presented in Section 5.3.
Whereas the 3d-periodic case is analytically well understood since the underlying Fourier coefficients
are known, the derivation of exact error estimation formulas in case of mixed periodic or open boundary
conditions is, by now, unsought. Thus, we tune the parameters rather heuristically based on the error
analysis for 3d-periodic constraints. Finally, we obtain almost constant approximation errors among
all considered types of periodic boundary conditions, where the errors are in some cases somewhat
larger if mixed periodic or open boundary conditions are applied.

Chapter 6 : Conclusion

The main results of the thesis are briefly summarized in Chapter 6.
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2 Electrostatic interactions in particle systems

The efficient computation of electrostatic interactions in particle systems in three dimensional space
is required in the field of molecular dynamics simulations, for instance. Typically, the interactions
decrease with growing distance r between two particles with rate »~", n € N. In case of Coulombic
and dipolar interactions we have n € {1, 3, 5}, i.e., the convergence is rather slow. Thus, these types of
interactions are widely known as long range interactions.

In many applications one additionally assumes periodic boundary conditions in order to avoid
undesirable boundary effects, which would especially dominate in case of small system sizes. On the
other hand, in certain applications the focus is set on the investigation of such boundary effects. In order
to simulate thin liquid films [KSO5] or single stiff polymers [DAHO3], for instance, periodicity is only
reasonable in two or one of three directions, respectively. However, a naive truncation scheme is not
applicable due to the very slow convergence and one is highly interested in more efficient techniques for
the computation of the required interaction quantities such as potentials, forces, energies and torques,
for instance.

In the following we introduce some basic definitions concerning electrostatic interactions in particle
systems consisting of charges and dipoles, see Section 2.1. Next, we consider the so called Ewald
summation approach [Ewa21], which is a common tool for the development of efficient algorithms
for molecular dynamics simulations. Various types of periodic boundary conditions are taken into
account, see Section 2.2. The approximation errors resulting from truncating the underlying infinite
sums are studied in Section 2.3, where we restrict our considerations to the 3d-periodic setting.

2.1 Preliminaries and Definitions

We consider electrostatic systems consisting of N, point charges as well as Ng point dipoles, which we
suppose to be located in a primary box spanned by three linearly independent vectors €1, £, £3 € R3.
We denote by
xjeR¥andgj eRj=1,...,N,

the positions of the charges as well as the corresponding charge values and by
X; eRr3 andyj €R3,j =N.+1,...,N. + Ny,
the positions of the dipoles as well as the corresponding dipole moments. Furthermore, we refer to
N = N. + Ng

as the total number of present particles. That the particles are located in a box spanned by the three
vectors €1, £> and €3 can be expressed as follows.

x; =181+ 200+ 363+ with 2, 3¢ [<1/2,1/2) and £y € R? = const. 2.1

Note that the interval [—!/2, 1/2) may be replaced by an arbitrary interval of the same length, as for
example [0, 1). The upper interval limit is excluded since periodic boundary conditions may be

17
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applied. The offset of the box is denoted by £y. Using the notation (2.1), the box has its center in the
point of origin for £y = (0,0,0)".

If periodic boundary conditions are applied in some of the three dimensions, the overall electrostatic
energy of the particle system can be written as

N
Z ¢(j) (2.2)

Jj=1

bJI —

with the potentials

6G) = Z TH +Ln” 2.3)

neS i=1

Here, the index set S C Z? is representing the applied periodic boundary conditions, || - || denotes
the Euclidean norm and the vectors x;; are defined by x;; := x; — x;. Furthermore, the prime on the
infinite sum in (2.3) indicates that for n = 0 all terms with i = j are omitted, since a particle is not
allowed to interact with itself. The regular matrix L is given by L := [£1, £, £3] and the operators &;
are defined via
£ = {qJT ] e{l,...,N:}, 2.4)
ﬂijj cje{N.+1,...,N}.

Note that the electrostatic energy (2.2), the potentials (2.3) as well as the quantities introduced in the
following are defined based on Gaussian units. Working with the standard international system of
units introduces the prefactor (47€y)~", known as Coulomb’s constant, where ¢, denotes the vacuum
permittivity.

If we assume periodic boundary conditions in the first p € {0, 1, 2, 3} directions and open boundary
conditions regarding the last 3 — p, we choose

S =7 x {0},

For a graphical illustration see Figures 2.1 and 2.2.
By making use of the one-dimensional torus

T :=R/Z =[-)2, 1)),

and the well known Minkowski sum, the positions of the particles may also be regarded as elements of

the space
@Tf + EB RE;

Jj=p+1

in order to express the periodic boundary conditions with respect to the first p € {1,2} directions and
open constraints concerning the last 3 — p. As usual, we identify the corresponding equivalence classes
[x]~ := {x + n,n € Z} with a single representative and write x € T instead of [x]. € T. For p = 3, i.e.,
for fully periodic constraints, we shortly write

T¢, + Tty + TEs =: LT>.

Note that the expressions for the energy (2.2) and the potentials (2.3) are the same as for charge-
charge systems [Ewa21, dLPS80], where the charges g; have simply been replaced by the operators &;,
as defined via (2.4).
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o

Figure 2.1: For open boundary conditions the particles are distributed in a finite box in R?® (left). In
the 1d-periodic setting the box is duplicated with respect to the vector £; (right).

Figure 2.2: For 2d-periodic boundary conditions the primary box is duplicated along two directions
(left). In the 3d-periodic case the box is duplicated with respect to all three box vectors £,
¢, and &3 (right).

Remark 2.1 (Convergence). In this remark we assume p € {1, 2,3}, i.e., we exclude the case of open
boundary conditions. If we assume charge neutrality, i.e,

Nc
>la;=0 2.5)
j=1

it is easy to show that the single summands in (2.3) tend to zero like O(||Ln||~3).
Therefor, we compute the Taylor expansions

1 1 xTLn 3(x"Ln)? xTx A
- - + - +O(ILn|™), 2.6
e+ Lall ~ Lal ZalP " 20Lafr ~ 2izap T O 2.6)
p Ve _pln SCILmIn) | KX gt @7
lx +Ln|  |Ln|? |Ln| Ln|P ) :

and proceed as follows. Since the sum of all charges is zero we can subtract a constant in each
summand, namely ||Ln||~'. This idea has already been applied in the literature, see [Arn01, AHO2].
We obtain

— ||lxij + Ln|l llx;; + Ln||

neS\{0} \i =Nc+1
Ne
1 ( qi N qi _ 2qi )
2ne$\{0} i=1 lx;j + La|l ~ |lx;; = Ln| |[Ln|

N
'3, 3 2 (o )
neS\{0} i=Nc+1 llxij + Lnl| ~ ||lx;; — Lnl|
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where we insert the Taylor expansions as introduced above to get

qi N qi _2q

ey + Ll Ty — Lall L]

T T
2q;  xiln xij(_Ln) 29 -3 -3
= - - +O(|Ln|™") = O(|ILn|™) (2.8)
ILnll |ILnl®  |Ln|®*  |[Ln]
and
”;I'in ”;I'in ”;an ”;r(_Ln) -3 -3
+ =- - +O(||[Ln||) = O(||[Ln||).  (2.9)
llxij + La||  |lx;; — Ln|| |Ln|®>  ||Ln|?

In order to calculate the lattice sum in (2.3), a certain order of how the periodic duplicates of the
primary box should be added has to be specified.
Generally, a spherical order of summation is applied, i.e., the values of the potentials are defined via

the limit
N

o()=dim YN

—,
neS:||Ln<C i=1 [lxij + Ln]|

see [dLPS80] for instance. Note that only entire boxes are added by increasing norm of the lattice
vectors Ln. Furthermore, we have

Y Z D Y
L]
resirt o5 ||xU+Ln|| ol T2 22 Ll = Lall ~ |Ln] £
li/ 0<|[Ln|<C

so that the single summands can again be considered to tend to zero like O(||Ln||~3).
This shows absolute convergence for 2d-periodic as well as for 1d-periodic boundary conditions,

since | |
—— < o0 and — <
Z 3 Z |n|®

nez2\ {0} nez\{0}

The absolute convergence applies to all orders of summation, were only entire boxes are added
successively.

Of course, this argumentation is not sufficient in case of 3d-periodic boundary conditions. In order
to prove the convergence for fully periodic constraints we have to show that for fixed x, u € R? the

limits 2
3(xTn) xTx)
lim - (2.10)
Cﬁwngzzs\:m( Inl> il
Inj<C
and ] ) )
3
o ( UL xs) @.11)
Inj<C

exist. The first terms of the Taylor expansions (2.6) and (2.7) cancel out due to the underlying symmetry
as well as the charge neutrality, see (2.8) and (2.9). The remaining parts tend to zero like O(||n||™*),
which is sufficient for absolute convergence in three dimensions. Note that we for simplicity omit the
scaling by L and consider box vectors n
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We consider the limit (2.10) and compute

3(xTn)*>  x"x e (3 c0s? Oy n 1 )
— = ||x —
In|l |n|3 In|3 In|3

where we denote by 6, , the angle between the vectors x and n. For two positive numbers R; < R

we get
3c0s% Oy — 27 3 0—1
/ x3r / / / cos” —— sinfd¢dodr =
Ri<lrlsr, 7l

where the spherical coordinates are chosen such that 6 describes the angle between the fixed vector
x eR®and r € R,

In the following we set Ry := !> and R; := a, where a € (0,!/2). For L € N we subdivide the cube
[~1/2,1/2)? into small cubes B, 1, of size (2L + 1)73, i.e.

L

A= ) Bar

ny,ny,n3=—L

with n = (ny, ny, n3) € Z° and

Bur =515~ mm aiar * 4L1+2) XX s - e e 4Ll+2) :

Since the integrated function is continuous and smooth, the considered integral is well approximated
by a simple quadrature rule. For this purpose, the integration domain may be approached by little
cubes. Note that this approach is based on the Jordan measure of the integration domain, which is
simply a spherical shell and therefore Jordan measurable. Thus, for increasing number of summands
L the sum will converge to the real value of the integral, i.e.,

0- / 3¢0s? Oy — 1dr i 1 Z 3¢08% O (21 41)1n — 1
a | 3 T Lo 3 3nl3
a<lrli< 7l Loo (2L + 1) =T 2L+ 1)7|n]]
3c0820y, — 1
= lim _—
L—eo Z In|3

@L+Da<|n| <2

Since a € (0, !/2) is arbitrary, we can write equivalently

3¢c08? g — 1
Ve>03R(e):| Y 2808 Txn Tl ¢ VR, > Ry > R(e),

3
n
Ri<|n||<R; 7]

which means that the spherical limit (2.10) exists.
In order to show the existence of the limit (2.11) we proceed similarly. The spherical coordinates
n +— ||n||(sin 8, sin ¢, sin 6, cos ¢,, cos O,)" are chosen such that §,, denotes the angle between x
and n,ie., x — (0,0, ||x|)7,and ¢, = Oforallm = c¢- p withc > 0, i.e., p > ||p]|(sin 6,0, cos 6,,)7.
Thus, we obtain
3aTm) ) pTx il

= cos 0,(3 cos® 6, — 1) + sin @, cos 6, sin 6, sin )
(iR Inl>  |n|? ( u n=1) 1 €OS O sin By, sin ¢y,
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Since the two associated integrals

R, n 271'3 29_1
COSQH/ / / LsinGdrd9d¢S:O
R, Jo Jo r

R2 T 2 0 H 29 3
sine,,/ / / cosOsn"OSING 4 4gdg = 0
Ry Jo JO r

are equal to zero, the convergence of the spherical limit (2.11) is verified in an analogue manner. [

and

We are also interested in the computation of the fields E(j), energies U(j) and forces F(j) of the
single particles, which are given by

E(j) := =Vx,6()), (2.12)
. . Q¢(]) 3j€{1,...,N},
U =geG) =" : (2.13)
and
, o JGEG) el Ne}
F(j):=-Vy,U(j)=13"" , ‘ (2.14)
GGy :je{Ne+1,.., N},
where G(j) is the negative electric field gradient, i.e.,
G(j) = ~Vs, VI ().
For the dipoles, i.e., for j = N. + 1, ..., N, the torques are given by
7(j) = p; X E()). (2.15)
Note that we can further simplify the expression of the overall energy (2.2) via
1 N 1 X
_ _ . . _ T .
U=52,990) -5 D, mEG) (2.16)
j=1 J=Nc+1

i.e., the overall energy can be obtained easily after having computed the potentials of the charges as
well as the fields of the dipoles.

As already discussed before, the considered interactions are long ranged so that an evaluation of the
underlying lattice sums via truncation is not practicable. Thus, more advanced methods are required
in order to compute the electrostatic quantities of interest in an efficient fashion. A large number of
existing particle-mesh methods are based on the so called Ewald summation approach [Ewa21]. In
the following we consider particle systems containing both point charges as well as point dipoles,
and revisit the Ewald summation approach for different types of periodic as well as open boundary
conditions.
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2.2 Ewald summation for electrostatic systems with charges and
dipoles

The basic idea of the Ewald summation technique is explained as follows. The long ranged interaction
kernel ~! is split into two parts via

1 erfc(ar) erf(ar)

- = + , (2.17)
r r r
where @ > 0 is called Ewald or splitting parameter,
£(x) 2 /x -4 (2.18)
erf(x) .= — e *dz .
Vr Jo

is the well known error function and erfc(x) := 1 — erf(x) is the complementary error function. Based
on this splitting, we will end up with a so called short range part converging absolutely in real space
as well as a so called long range part converging exponentially fast in Fourier space.

Note that the singularity at » = 0 is passed along the first part in (2.17), whereas the second term
has a finite limit for » — 0, which is given by

lim erf(ar)  2a
r—0 r B \/7_'[

In other words, the second kernel function is continuous, but still converging to zero very slowly as
r — oo. The complementary error function, in contrast, tends to zero exponentially fast with growing
distance r. More precisely, for x # 0 we have

2/"" 2 2 o0 2 1
erfe(x) = — e_zdz:—/ ze ¥ .- —=dz
) Vi Jx Vi Jx b4

2 2 2
2 [e7* © e e
=— - dz] < . 2.20
\r ( 2x ,/x 272 ) X (2.20)
If we continue with applying the partial integration repeatedly, we obtain the well known asymptotic
expansion formula for the complementary error function [AS72, Eq. 7.1.23]

(2.19)

e

- 2n—1I e
erfc(x) = Z(—l)”( ;lnXZn) ~ & for x large enough. (2.21)
n=0

X\ &=

If we apply the splitting in (2.3) by setting r := ||x;; + Ln|| in each summand, the energy U is split
into an absolutely converging short range part

N N
1 ‘ ’ erfc(al|lx;; + Ln

Ut = 2 Y EETG) with ¢G) = Y Y oy,  Zul) (2.22)
J=1

isa lxy+Lnl

as well as a long range part

acs S llxy+Ln|

RS Y, erf(allx; +L
U= LS gy win oGy = 3 N g TN ey .
j=1
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Since the kernel function r~'erfc(ar) in the short range part tends to zero exponentially fast, the
short range potentials can be computed efficiently by truncating the infinite sum, i.e., only distances
|lx;; + Ln|| smaller than some appropriate cutoff radius 7., may be considered. Of course, also the
splitting parameter @ has to be chosen appropriately.

Since the long ranged kernel function r~'erf(ar) is continuous in » = 0, we can include all terms
with ||x;; + Ln|| = 0, i.e., the prime on the first sum in (2.23) is omitted. The thereby included self
potential, which we denote by ¢*!f(}), is simply subtracted afterward. The self potentials adopt the
same values for all types of periodic boundary conditions and are given by

2a .

ZLg; j=1,...,N,,

gy = Jvali ¢ (2.24)
0 :j=Nc+1,...,N,

which is obtained by computing the limit for ||x;; + Ln|| — 0, see (2.19). That the self potentials are
equal to zero for the dipole particles follows from the underlying symmetry.

A periodic and continuous function can be represented by a Fourier series. Thus, it seems reasonable
to transform the long range part, see (2.23), into Fourier space, which has to be done according to the
given boundary conditions.

In general, the Poisson summation formula is needed in order to obtain the Fourier space represen-
tations of the long range parts. The Poisson summation formula is stated in the following lemma.

Lemma 2.2. We consider the periodization
Z f(x +n)
nezd

of a function f, which converges almost everywhere if f € Li(R). If f is also continuous, then its
periodization converges to a continuous, 1-periodic function f. If, in addition, the Fourier series of
this function fi converges everywhere to fi, we have, cf. [Zyg93, Theorem 13.5],

filx) = Z f(x+n)= Z fk)e™k™> vy eR9 (2.25)
nezd kezd

where we denote by
f@)= [ ) e xax
R4

the Fourier transform of the function f. In other words, the k-th Fourier coefficient of the periodic
function fi coincides with f (k).

Corollary 2.3. Let the regular matrix A € R4 be given and suppose that the function f : R? — R
satisfies the conditions of Lemma 2.2. Then, we have

1

An)=——— Y f(A Tk)e? ik ATx, 226
2 S A = s ) fATTh)e (2.26)
nezd kezd
Proof. We define the function g(x) := f(Ax) and obtain
AT A 1 ~
5(£) — Ax)e 27iE AT Ax 4, _ AT
2@)= | raxe x = e A9

where we simply substitute Ax in the integral. Furthermore, we have
Z f(x+An) = Z g(A7'x + n),
nezd nezd

and the application of the Poisson summation formula (2.25) gives (2.26). |



2.2 EWALD SUMMATION FOR ELECTROSTATIC SYSTEMS WITH CHARGES AND DIPOLES 25

Example 2.4. For a Gaussian of the form

f(x) = e Blxl?
with x € R and 8 > 0 we have
dfy
f&) = (%) e IEI/B, (2.27)
as is well known. By applying (2.26) we obtain
d/z
Blxcan? _ L (f) -7 ATk /B 27k AT x
e = e e . (2.28)
nezz:d | det(A)] \B kezzld

Ol

In the following sections we apply the Poisson summation formula for the periodized Gaussian (2.28)
in order to compute a Fourier space representation of the long range potential, as given in (2.23). The
easiest case is that periodic boundary conditions are applied in all three dimensions, where S = Z°,
which is going to be considered in Section 2.2.1. Here, the underlying infinite sum is transformed
into Fourier space with respect to all three dimensions. In contrast to the original series in spatial
domain, the Fourier series converges exponentially fast, which makes it possible to compute a good
approximation via truncation.

For 2d- and 1d-periodic boundary conditions, where S = Z? x {0} and S = Z x {0}?, respectively,
only the dimensions subject to periodic boundary conditions may be transformed into Fourier space
analytically. The mixed periodic boundary conditions are considered in Sections 2.2.2 and 2.2.3.
Analogously to the fully periodic case, the Fourier coefficients underlie an exponential decay. For
open boundary conditions a transformation into Fourier space is not readily possible, see Section 2.2.4.
Finally, we summarize the results in Section 2.2.5, where Theorem 2.16 presents the Ewald summation
formulas in a universal notation, merging all considered types of periodic boundary conditions.

2.2.1 3d-periodic boundary conditions

In Lemma 2.5 we present the Fourier space representation of the long range potential for 3d-periodic
boundary conditions [Ewa21], where we denote by

V :=|det(L)|

the volume of the primary simulation box.
The result is obtained based on the theory of convergence factors, as in introduced in [dLPS80]. For
more information on the theory of summable series and convergence factors we refer to [Moo38].

Lemma 2.5. For a charge neutral particle system, cf. (2.5), we have

. O, erfellxg + Lal) e
gl—lgone%:HLn I<c ; Ty 1Ln|| =D+, 2.29)
where the Fourier space potentials ¢¥(j) are given by
1 L S
o)== D I ) Gk (2.30)

kez3 i=1
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with the Fourier coefficients
o~ IL Tk | /a?

N — 'k
w(k) = ||L_Tk||2 (2.31)
0 1k =0.

The k = 0 parts ¢°(j) are given by

$°() = - Zanxun (2.32)

Proof. In order to compute the limit of a conditionally convergent series, convergence factors can be
applied, see [dLPS80]. The convergence factors have to be chosen according to the supposed order
of summation. For the computation of the spherical limit, as defined above, the convergence factors
g sllLn ”2, where s > 0, are suitable.

Thus, we transform the absolutely convergent series,

D, (]) _ Z Zfl _S”Ln”zerf(anxij+Ln||) (233)

ot l|lxij + Ln||

into Fourier space and then compute the limit for s — 0, which is approached uniformly, cf. [dLPS80,
Section 2]. First, we make use of the definition of the error function (2.18) and obtain

() = Z Zz;, / erlrutnlPe sl Py,

nEZ3 i=1
By using the identity

Z4

+ 72

2 2

2 =+s z°s

Zllxi; + Ln|* + s|Ln|* = + ——Ilxi; I,
zc+s

Ln + Xij

2
z
cf. [dLPS80, Eq. 3.12], and making use of the Poisson summation formula for a Gaussian in d = 3
dimensions, see (2.28), we end up with

22+S 2

S ||x; < Ln+x;;j
s(j) = = /Zfez el S ol g,
nez?
@ 2, 3/2 ; _
= i‘/ Zé:l e_;?-zjs [l ||27T— Z e_ﬂ2||L—Tk”2/(zz+s)ei’;; kKTL lxijdz
2 3/2 :
VT o V(z® +5) kez?

Note that we simply changed the order of summation, which is allowed since the series converges
absolutely for s > 0. For k # 0 we may simply shift the limit for s — 0 into the integrals. With

/a o IL Tk /2 L 21
0

- dz = TR =5 (2.34)
we obtain
el L1
}%(DS(J.)_ 1 Z J (k) 2Tk L 5 +;%725l/0 mdz. (2.35)

keZz \{0}
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With the substitution y = szs and by replacing the exponential function by its Taylor series we finally

ZZ
get

_Zs 2 2
/a e zZts lle il de = ‘/0‘5“ e yslxijlI? dy = l ) B ||xij||2 L 00
o (2+s)P2 0 2s54fy sYal+s 3 ’

The first part is not depending on the particle positions. Since the sum over all charges is zero and the
application of the differential operators u; V., gives also zero, we obtain

22

N — 55 Ik | N
2 Y e s Y 2n
lim == . - dr=-== i 112.
o0 V Zl_:] & /0 Zrap2 CT T3y Zl_:] Sillxil
Inserting this into (2.35) gives the final result lim,_,o ®,(j) = #F(j) + ¢°()). |

Remark 2.6. We can see that also the Fourier space parts of the potentials ¢F(;), as given in (2.30),
converge exponentially fast, since the Fourier coefficients tend to zero like O(k~> e‘kz) for k :=
IL-Tk|| — oo. Thus, an efficient evaluation of the Fourier space parts is possible by truncating the
infinite sum, i.e, only vectors |[L~ k|| < k¢, where k. > 0 is an appropriate cutoff radius, may be
considered. The tradeoff between computational effort needed for the short range part and the Fourier
space part is regulated by the splitting parameter «.

For charge-charge systems it has been shown in [KP92, Appendix B] that an optimal choice of the
splitting parameter results in an arithmetic complexity of O(N3/?), where the constant depends on the
required accuracy. ([

Remark 2.7. The k = 0 part ¢°(j), see (2.32), is the only term, which depends on the applied
summation order as well as the nature of the surrounding medium. The result of Lemma 2.5 represents
the spherical summation order, as explained above, combined with vacuum boundary conditions. A
more detailed discussion on the origin of this correction term can be found in [Bal14].

In general, the prefactor in (2.32) is

-2
3V(1 +€)

where we denote by € the dielectric constant of the surrounding medium, cf. [FS02]. For vacuum
boundary conditions, where € = 0, we obtain the representation as given in (2.32). In contrast, for
metallic boundary conditions, where € = oo, the k = 0 term vanishes.

By utilizing the charge neutrality condition (2.5) we obtain

N, N
271 [

0 2
$°() =3, Z‘Iixz—jxij * Z BV llx )
i=1 i=N.+1
4r ] & N

=3y D'x; - 3 Z%’”xillz - Z lliTxi), (2.36)
i=1 i=N¢+1
where we define the total dipole moment
WA N
D = Z qixX; + Z Hi
i=1 i=Ne+1
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2.2.2 2d-periodic boundary conditions

We set S := Z? x {0} and denote by £; and ¢ the lattice vectors indicating the periodic directions,
i.e., without loss of generality we assume the first two directions to be the periodic ones, see left hand
side in Figure 2.2.

In the following lemma we present the Ewald formulas for the long range potentials under 2d-periodic
boundary conditions, which has already been derived in [GGBO0O0]. The authors consider both charge-
charge as well as dipole-dipole interactions and restrict their considerations to cubic box structures,
concerning the two periodic dimensions. The following proof, which is of a similar structure as the
one presented in [GGBO0O, Nes12, NPP15a], applies to systems consisting of charges and dipoles and
covers the case of a triclinic box structure with respect to the periodic dimensions. In order to derive
the Ewald summation formulas, we make use of the theory of convergence factors, see [dLPS80]. The
proof presented in [GGBOO] follows a quite similar argumentation.

Note that Lemma 2.8 requires a special structure of the box vectors £;, but we will see later that
each configuration can be traced back to the one considered here, see Lemma 2.10. We remark that the
Ewald summation formulas for 2d-periodic boundary conditions are stated in a similar form in [Pip15,
Section 4.4.3].

Lemma 2.8. Suppose that the given particles are distributed in a primary simulation box, spanned
by the three linearly independent vectors €1, €, and €3, cf. (2.1). Assume that periodic boundary
conditions are applied with respect to €1 and €,, which are of the form

I b
ti=ln|,lo=|h]. (2.37)
0 0

Let further the matrix L € R>? be defined by

= I Iy
L =
(112 122)

and the particle positions be written in the form

j’: .
X; = J .
)Cj,g
Then, we have for a charge neutral system

N
erf(allx;; + Ln||) F
lim ; = ),
dmo 2 A —0)
neZ?x{0}:||Ln||<C i=1

where the Fourier space representations ¢* (j) of the long range potentials are given by

rp—— RN (127l x313) (2.38)

161 x bl (A,

and the function ®P? is defined via

1 k k
— [ez’rkrerfc (n_ + ar) + e K erfc (ﬂ— - a/r)} k#0,
k a @

OP(k, r) :=

2,2

(2.39)

a

—2\/5( Y~ erf(m)) k=0
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Proof. At first, we write n € Z? x {0} in the form
" it
1o

lxij + Ln||* = ||%;; + Li|)* + x;

with 7i € Z2. We obtain
2

ij,3"

Analogously to the 3d-periodic case, we make use of the convergence factors e s 1L» I and compute
lim,—,0 ¢5(j), which is defined analogously to 3d-periodic boundary conditions, see (2.33). The same
convergence factor is applied in the proof presented in [GGB00]. We obtain

2
24

N
i 2 @ 202 2 e |2 _
(DS(]) = —\/_ E é‘-‘ie z xij,3e 2245 I ”” E e s+z2
TJo o

€72

. iy 1P
e LRI ) B TE R
& e e z2+s Ydz, (2.40)
R / D@ ,EZ;

2. =
z5+s DR
S-Lit+X;;

z

where |det(L)| = ||€1 X €>]|. In order to obtain (2.40), we applied the Poisson summation formula
(2.28) with d = 2. Again, we can simply shift the limit for s — 0 into the integrals for k # 0 and
compute

2
- @ 1 _22 _2ALTTk|? o Xij3_ oni-Tp2.2
O (LK, xij5) 1= 2\/;/ Lot ™ty oym [T TR )
0 < Ve
By using
r r
l=—|nk-——|+—|mk+ -
2k (” y) 2k (” y)
one finds
) 2 ) ~\2
/ e—n2k2y2_y7dy _ L (ﬂ'k 3 Z) e(—ﬂ'ky+;) +27rkrdy
1y 2k o y
1 (ﬂ'k " ) e(—ﬂky—L) —27rkrd
2rk )i y
1 k k
— (¥ erte 25 4+ ar| + e 2 Terfe 2= - ar)). (2.42)
d\[mk a a

For k = 0 we obtain

0, . l_[3e z2
= ; dz.
?°0) ||f ><l’2|| Hosz z2+s ¢

We use the Taylor representation of the exponential function and obtain

[T P R B e N G Vi sl
e i s U —Z " x.2.3 + Y
2+ 2+ n! > 2+
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For eachm € {1,...,n — 1} we compute

a ZZn a
lim s™ ——dz = lim s™ 2222y = (.
s—0 0 (Zz + S)m+1 s—0 0
Thus, we have

2.2 —
aezx,]3e z“”xl]” o4 1

=112
lim dz = lim Z (_ )nZZn x%” N s"”xij” n 0
s—0 Jo Zz + s s—0 Jo Z2 + 5 ~— n! ij,3 (Z2 + s)n

Via partial integration we easily see

arctan(?/ys)
a 2n - - in=0,
/ _* 4r= Vs
> i+l - a,2n—l on—1 @ Z2n—2
o (zF+s) - + / dz :n>0,
2n(z2 + s)n 2n Jo (22 +s)"
i.e., we can write
a 2n s 2m 1
z s™ arctan(?/ys)
Sn/ g =+ Z’B’”" 2
o (zF+s) Vs (a + s)m

with some constant coefficients S, ,. The limit for s — 0 is equal to zero, except for n = 0, where we
only have a single term with oo = 1. This contribution is independent from ¥;; and vanishes due to
charge neutrality as well as the applied differentiation for the dipole moments. We obtain

~ ( 1)"x? i, 3Z arctan(/ys)
#0) = e ”HOZa(/ e M

’/\F( 1)n 2n3sny2n

_2Vm
TG X Gl Hozf‘\fznv/ e W

where we substitute y := z/ys. By utilizing

| afs  2n tan(@/vs n-1 2k+1
_/ Y Sdy = (_1)HM +(=1)"*! Z(_l)k a—kl,
VsJo  l+y Vs = 2k + 1)sk*
which is found by partial integration and induction in n, we finally obtain

(o] ( l)n Un3 n—

__Nm @ 1
¢ (.]) ”{ < [2” s—)()zé:l ( arctan (\/E) + ; m) + O(\/E) (243)

S Zf‘ (

—(1/ X,J 3
The constant terms are not relevant due to the applied differentiation operators as well as the assumed
charge neutrality. The final result is obtained by putting together (2.40), (2.41), (2.42) and (2.44). N
In summary we obtain in the case of 2d-periodic boundary conditions

o(j) = $*°() + 7 () + ¢V (),

with the short range potential as given in (2.22), where S := Z? x {0}, the Fourier space part (2.38)
and the self potential (2.24). The k = 0 contribution is included in ¢ (j).

- \/Exijﬁ erf(a/x,-j,g)) . (2-44)
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Remark 2.9. It is easy to see that the infinite Fourier sum (2.38) converges exponentially fast, similar
to the 3d-periodic case. This can be shown as follows. For k # 0 we have, see (2.41) and (2.20),

nk
erfc ( o ) @ e

2dyr  2mK2

o 2
r _7r2k2y2

O"2(k,r) = 2Vx ’ e 2 dy < // ek gy =

O

For the considered case of 2d-periodic boundary conditions we indeed only require two linear
independent vectors in order to described the underlying periodicity. However, the particle positions
are oftentimes given as elements of a primary simulation box, spanned by three linearly independent
vectors, cf. (2.1). Only two of these vectors are essential in order to describe the periodicity. Obviously,
the particle system may be rotated appropriately in order to end up with a structure of the form (2.37).
The third vector may be replaced in order to end up with a preferably simple box shape, which might
be more favorable in consideration of a possible implementation. This is the purpose of the following
lemma. The simple box shape, which is constructed hereby, will be exploited for the implementation
presented in Section 4.1.2.

Lemma 2.10. For each system of particles at positions
xj € [=1L 1) X [=12 1) X [, /2]¢E3,

where j = 1,...,N and €1,€,, €3 are the linearly independent spanning vectors of the primary
simulation box, there is an, in terms of 2d-periodic boundary conditions with respect to €1 and €;,
equivalent particle system, where the primary simulation box is spanned by three vectors of the form

Iy by 0
U=, 8 =0, indicating the periodic directions, and t;=0
0 0 I3

In particular, this fulfills the conditions of Lemma 2.8.

Proof. Obviously, we do not change the interaction quantities if we simply rotate the particle system
around the origin. Therefor, we consider the vector £1 X £, and compute its representation in spherical
coordinates, i.e.,
sin ¥ cos ¢
f]X{2=”[1X{2” sin?dsin g |, (2.45)
cos

where ¢ € [0,27) and & € [0, 7]. In the following we define the rotation matrix

cos? 0 —sind\[/cose sing O

R:=( O 1 0 —sing cosp O]. (2.46)
sindd 0 cos?d 0 0 1
We simply compute
0
R(fl X fz) = 0

€1 % &2
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and for j € {1,2} we get

A

*
* =042,
0 0

|
~

which follows from the fact that £ (€1 x £2) = €, (€1 x £2) = 0.

Furthermore, we set
Iy

f3 = Rl’3 = l32 .
hs

The particle positions as well as the dipole moments are rotated analogously, i.e, we set X; := Rx; for
allj=1,...,Nand fi; := Ru; forall j = No + 1,...,N.

The original positions can be written in the form

X;j = /lj,lfl + /lj’ﬂ’z + /1]-’3{3
with 41,42 € [-1/212) and 4; 3 € [-!/2,!/2]. We obtain

.i'j = ij = L]Rf] + /lj,zsz + /lj’3Rf3
) . ) /1/,11:11 + /1_;',21:21 + /lj,3l:31
= 11+ Aplo + 4383 = | 4jalio + Ajolo + 4303 .
4,303

Since £ and ¢, are linearly independent we can find a representation of the form
I3 I b
s l=a |y | +alF
o) =)+ [2)

(41 + 011/11',3)1:11 + (A2 + a/z/lj,3)l:21
;=g +ad3)he + (4o + @24;3)h |
45303

with a1, @2 € R, and we obtain

Now, we can find for each j some numbers z; 1, zj,» € Z such that
nj1 = ﬂj,l + (11/11"3 + Zj,1 S [—1/2, ]/2) and nj2 = /1]',2 + az/lj"j + Zj2 S [—1/2, ]/2).

Since periodic boundary conditions are applied with respect to £; and £,, we obtain an equivalent
particle system with

0
)fj = 77j’121 + T]j,ziz + /lj’3 ~0 .
l33
which are the positions in the primary box. |

A graphical illustration is given in Figure 2.3.
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)
t>
[ ] [ ] o

Figure 2.3: The box vector regarding the nonperiodic dimension may be chosen orthogonal to the
periodic directions.

Algorithm 2.1 (Equivalent 2d-periodic system).

Input: Particle positions x;, j = 1,..., N, in the primary box spanned by the vectors £y, £, and £3,
dipole moments y;, j = Nc + 1,..., N. Periodic boundary conditions are assumed with respect to £;
and £, i.e., X; € Té, + TE, + [—1/2, 1/2]f3.

i) Compute £ X £, and its representation in spherical coordinates, see (2.45).
ii) Compute the rotation matrix R, as defined in (2.46).
iii) Set #; := R¢; foralli € {1,2,3}.

iv) Rotate the dipole moments: Set fi; := Ru; forall j = No + 1,..., N.

@ In I\ (E
1 11 32
v) Compute == < 7.
) P (a/z) (112 122) (132)
vi) Forj=1,...,N:
a) Setd;:= L‘lxj, i.e, wehave x; = A; 181 + ;26> + A 305.

b) Find Zj,1 € Z such that nj,1 = /11"1 + Cll/lj,j, +2Zj1 € [=/2, 1/2).
c) Find z;» € Zsuchthatn;, := A2 + axd;j3 + zj2 € [-'/21)2).

0
d) Set .i'j = nj,li’l + I]j,ziz + ﬂj’3 ~0 .
l33
Output: Particle positions X;, j = 1,..., N, dipole moments ﬁj, j =N:.+1,...,N, and new basis
vectors &1 = (I11,112,0)7, &2 = (b1, b2, 0)7, 3 = (0,0, 33)7. [

Example 2.11. We consider a small particle system containing N. = 10 charges g; = (-1 and
Ng = 10 dipoles with randomly oriented dipole moments p; € R3, || il = 1. The particles have
random positions x; in a box spanned by

10 0 10
fl =110 ,fz =10 ,f3 =|0 ,
0 10 10

where periodic boundary conditions are applied with respect to £ and £5.
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The equivalent particle system was computed via Algorithm 2.1, resulting in

0 0 —5v6\ [-12.25 0 0
= |2V10|~ | 1414, 86, =| 245 |~| 7.07 |,&z=| O |=~| 0O |.
0 0 0 0 D3/ \11.55

The total energies of the systems should be equal. In order to verify the equivalence of the two particle
systems, we approximated the total energies via

é:lé‘:J )
~3 Z Z T+ Ll = U, (2.47)

j=1 nez2x{0}
-C<n|,np<C

i.e., we computed the slowly converging series via a cubic truncation scheme using some cutoff C € N
in each periodic direction. Indeed, the two energies approach the same value for growing cutoff

parameter C, see Figure 2.4. U
T T T 17 T T T 17

1.22 1 T -
2 /”/
> -7
> 12 |
an e
2 1.18 4
e " ,/' ---- original system(!

1161 /! — new system®

: | | ——— — I
10! 10°

2

1072

i -u
T T
Lol

10_3 = (| (|
10! 102
cutoff C

Figure 2.4: The electrostatic energy U has been approximated based on a cubic truncation scheme for
growing cutoff C € N, see (2.47). The same value is approached for the original system("
and the computed equivalent system® with rate C~".

2.2.3 1d-periodic boundary conditions

We set S := Z x {0}? and denote by £, the lattice vector indicating the periodic direction, i.e., without
loss of generality we a assume the first direction to be the periodic one, see right hand side of Figure 2.1.
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In the following we denote by
['(s,x):= / e tdr (2.48)
X
the upper incomplete Gamma function. In the case s = 0 we have [AS72, Eq. 6.5.32]

(_l)kxk
k'k ’

r(0,x) ==y = In(x) - > (2.49)
k=1

where 7 is the Euler-Mascheroni constant, and via partial integration we obtain the asymptotic expan-
sion

X x2 13 X

-X e -X -X © 9 et -x X —1)*n!
F(O,x):e——/ e—zdtze——e—+/ © dt:e—z( yn! (2.50)
X o I x X = "
n=0
see [AS72, Eq. 5.1.11]. Furthermore we denote by

Kv(x, y) = / tv—l e—xt—y/tdt
1

the incomplete modified Bessel function of the second kind [Har08].

In the following lemma we present the Ewald formulas for the long range potentials under 1d-
periodic boundary conditions, which has already been derived in [Por00]. The paper covers both, the
Coulomb case as well as dipole-dipole interactions. The following proof is of a similar structure as the
one presented in [Nes12, NPP15b] and applies to systems consisting of charges and dipoles. Similarly
to the case of 3d-periodic boundary conditions, we make use of the theory of convergence factors, see
[dLPS80]. The proof presented in [Por00] is not based on convergence factor but ends up with the
same result.

Lemma 2.12. Suppose that the given particles are distributed in a primary simulation box, spanned
by the three linearly independent vectors €|, €, and €3, cf. (2.1). Assume that periodic boundary
conditions are applied with respect to €1, which is of the form

I
=0l 2.51)
0

Let further the particle positions be denoted by
X1
B R B B8
X j= X .2 | = pe .
%
X J
J>3

Then, we have for a charge neutral system

N .
lim Z Zfi erf(al|x;; + Ln||) _ ¢F(j),

¢ i+ L
_)Ooner{O}Z;”Lanc i=1 ”le n||

where the Fourier space representations ¢'(j) of the long range potentials are given by

N
. 1 mikx;; =~
G = 7= D 2, & e s O (k/hy, [1%31) (2.52)

keZ i=1
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The function ®OP! is defined via

Ko (ﬁ a/2r2) tk #0,

O (k,r) :=
- (y + (0, 0*r?) + ln(afzrz)) tk=0.

(2.53)

Proof. The lattice vectors n € Z x {0}? can be written in the form
ni
n=|0
0
Since the lattice vector £; is of the same structure we have

lxij + La|l* = ||lxij1 + Lo |* + 131>

Analogously to the other types of periodic boundary conditions, we make use of the convergence
sILn|? — o-sI?

factors e~ ni and obtain
N 2
2 [ Yie. 2 252 e - H
Di(j) = — Zfl e 2 IE 7 o7 2 i Z e a2l 22 Lni+xij,1
\/; 0 i=1 HIEZ
2
\/_e_z ||xl]|| e 22+; l] 1 x2k2z2 27iz? ’»X,J 1
Z l“(s+z ) e (s+z2)1, ,
\/_ l1 VZ + 5 fez

where we apply the Poisson summation formula (2.28) with d = 1. For k # 0 we simply shift the limit
for s — 0 into the integrals and get

N
¢F(]) = L Z Z gi ezmkxij,l/z], /a g e_zzniij”z 2k2 (lllzz)dz
Il k€Z\{0} i=1 0o 2

N o212 — S X,
2 a e < ”xl_] I e 22457 0j,1

+1lim — > & / dz, (2.54)

s—0 |111| ; ! 0 \/ZZ + s

where

2%, 2,2

o7 2 —22”57,“”2—"2](2 02 /2 00 1 _ I lJ” 71— k y
/ “e TR P / Je ’ 4y = Ko( = ,a2||5c,-,-||2) (2.55)

0 1

forall k # 0. In the case k = 0 we see that the terms depending on x;; 1 become not relevant for s — 0
since

—z7 1% |l e z2+s il 1 i ( l) 2n (”~ ||2 S 2 )n
l_] x"l
V2 +s Vz2+sn0 n! Z+s

and the limits
a 2n

a
. Z I
lim [ ——dz= [ 272 d; Vm<n
s=0Jo (2% + s)mt'h 0

exist.
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Thus, we have

N 00 = 2n 2n
2 Yo (DX 2
O/ . J
= lim — E ; E d
#0) 520 |11] 4 é:1/0 ¢

n!Vz2 + s
- lim ——
520 [Z11] Z /

RS ( D" [1%3511>"s" y>"

oy nly/y?* + 1

dy.
By utilizing

’ xzn = n / k(Zk 2) 2k —
/0 mdx_(_l) (2 )” ( 1+ﬁ22( D (2k — 1)”3 L In(B + 41+ B2)

with B8 := @/ys, we see that only the terms k = n are relevant when considering the limit for s — 0 and
compute

N 2n—l >
¢°(j) = lim |l_ Z} (Z( 11 PV + 0 s+ In (? ryl+ _)) +0(s)
2 G S DR Pre?
"l Zl 2 n!(2n) (2.56)

N
= -7 Z (y + @2 1EG 1) + 10,2125 12) 2.57)
=1

The constant terms are not relevant due to charge neutrality. The final result is obtained by putting
together (2.54), (2.55) and (2.57). |

Remark 2.13. It is easy to see that the infinite Fourier sum (2.52) converges exponentially fast for
k — oo, similar to the 3d-periodic case. This can be shown as follows. For k£ # 0 we have

ml _nzkzt_a2r2
OP(k,r) = / —e T dt (2.58)
1

00 2252 212 2
< /‘ le_ (:\2 tdt -T 0’ n°k N a e_nzkz/az’
1 a? m2k?

cf. (2.50). O

The particle positions may be given as elements of a primary simulation box spanned by three linear
independent vectors, cf. (2.1), although only one vector is required in order to describe the underlying
periodicity in case of 1d-periodic boundary conditions. Obviously, the particle system may be rotated
appropriately in order to end up with a structure of the form (2.51). The two remaining vectors may
be replaced in order to achieve a preferably simple box shape, which might be more favorable when it
comes to implementing an efficient algorithm. The simple box shape, which is constructed based on
the following lemma, will be exploited for the implementation presented in Section 4.1.2.
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Lemma 2.14. For each system of particles at positions
xj € [=1a )b X [ ]2 X [/, 2]E3,

where j = 1,...,N and €1,€,, €3 are the linearly independent spanning vectors of the primary
simulation box, there is an, in terms of 1d-periodic boundary conditions with respect to €1, equivalent
particle system, where the primary simulation box is spanned by three vectors of the form

I 0 0
ti=10|, indicating the periodic direction, b =|hol| and b5 = |1 |.
0 b3 I3

In particular, this fulfills the conditions of Lemma 2.12.

Proof. Obviously, we do not change the interaction quantities if we simply rotate the particle system
around the origin. Therefor, we consider the vector £; and compute its representation in spherical
coordinates, i.e.,
sin ¢ cos ¢
€1 =||€1||| sin@sine |, (2.99)
cos ¢

where ¢ € [0,27) and & € [0, 7]. In the following we define the rotation matrix

sin? 0 cos?\[cosep sing O

R := 0 1 0 —sing cosp O]. (2.60)
—cos? 0 sinv 0 0 1
We simply compute
) eyl
{1 =Rt 1= O
0

and for j € {2,3} we set

The particle positions and the dipole moments are rotated analogously, i.e, we set X; := Rx; for all
J=1L...,Naswellas fi;, := Ry, forall j = No+1,...,N.
The original positions can be written in the form

X; = j,lfl + /lj’zfz + /lj,3f3
with ;1 € [-'/2,1/2) and 45, 4;3 € [-!/2,!/2]. We obtain
il + A2b1 + 4,35

Ajobn + ;303
Aj2h3 + 43133

xj = ij

1€1]] 0 0
+ 2| o |+ A3 32|
0 b3 l33

Airby  Aisl
A+ j.2021 j,3631
€1l 1€l
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Now, we can find for each j some z; € Z such that

/lj,zizl /1j,3l~31
nj= A+ il
s 1€11] €1l

+2zj € [=1/1)).

Since periodic boundary conditions are applied with respect to £;, we obtain an equivalent particle
system with

eyl 0 0
.i?j =0 0 + /1]',2 {22 + /lj,3 {32 y (261)

0 b3 l33
which are the positions in the primary box. |

Algorithm 2.2 (Equivalent 1d-periodic system).

Input: Particle positions x;, j = 1,..., N, in the primary box spanned by the vectors £1, £> and £3,
dipole moments pu s j=N.+1,...,N. Periodic boundary conditions are assumed with respect to £y,
i.e., X; € TE, + [—1/2, l/2]{2 + [—1/2, 1/2]f3.

i) Compute the representation of £ in spherical coordinates, see (2.59).
ii) Compute the rotation matrix R, as defined in (2.60).
iii) Set?; := R¢; foralli € {1,2,3}.
iv) Rotate the dipole moments: Set fi; := Ru; forall j = No +1,...,N.

v) Forj=1,...,N:
a) Setd; := L‘lxj, i.e., wehave x; = A; 1€ + 4,20, + A 305.

Ajoby A;3h51

b) Find Zj € Z such that nj1 = /lj,l + AN + e +zj € [=1/2, 1),
0 0
c) Set .i'j = 77.1',1[1 + /lj,z l~22 + /lj,3 l~32 .
b3 33
Output: Particle positions X;, j = 1,..., N, dipole moments ﬂj, j=N:+1,...,N, and new basis
vectors &1 = (|1],0,0)7, & = (0, 1o, b3) ™, &3 = (0,532, I33) ™. O

Example 2.15. We consider a small particle system containing No = 10 charges ¢; = (-1)/ and
Ng = 10 dipoles with randomly oriented dipole moments p; € R3, || il = 1. The particles have
random positions x; in a box spanned by

10 0 10
f] =10 ,f22= 10 ,t)31= 0 ,
0 10 10

where periodic boundary conditions are applied with respect to ;.
The equivalent particle system was computed via Algorithm 2.2, resulting in

10V2 14.14 0 0 0 0
ti=| o |~| 0 |,6,=|5V2|~|7.07],65=|-5V2|~]|-7.07].
0 0 10 10 10 10
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The total energies of the systems should be equal. In order to verify the equivalence of the two particle
systems, we approximated the total energies via

N

1 , &i&j
U~ - ——— = U, 2.62
2 Z Z llx;; + Ln|| (2:62)
l,]=1 neZ><{0}2

-C<n|<C

i.e., we computed the slowly converging series via truncation using some cutoff C € N. Indeed, the

two energies approach the same value for growing cutoff parameter C, see Figure 2.5. U
T 1] T T 1T 17T T T T T T
-L16 ¢ ---- original system(! |
2 -117] — new system®
&
g-118) T i
5 -
o /z’
-1.19 .7 .
T \, [ L1
10° 10!
100 a
8.
D 102 :
EEH
1074 8
| [ L1
10° 10!
cutoff C

Figure 2.5: The electrostatic energy U has been approximated via truncation for growing cutoff C € N,

see (2.62). The same value is approached for the original system") and the computed
equivalent system® with rate C~2.

2.2.4 0d-periodic boundary conditions

In the case of open boundary conditions, i.e., periodicity is not assumed in any direction, the potentials
of the particles are given by

N &
¢(j) = —. (2.63)
; [l il
i#j
The sums, which have to be evaluated are finite but the computation of the potentials and forces
nevertheless scales like O(N?), which is unfavorable in terms of numerical efficiency.
In order to develop fast summation algorithms a separation into a short range part and a long range
part is nevertheless profitable, see Section 4.1.2.
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‘We obtain
¢(j) = ¢™ () + ") — 6% ().
where
N
erfe(allx;;l)
g = ) G (2.64)
,Z::‘ l [l |l
i#j
erf allx;

gl z,ll

The self potential is defined via (2.24). Note that the short range and the long range part of the

potentials are obtained from (2.22) and (2.23), respectively, by setting S := {0}>.

2.2.5 Summary

The Ewald summation formulas for the different types of periodic boundary conditions, see Lem-
mas 2.5, 2.8 and 2.12 are unified in Theorem 2.16. In order to include the case of open boundary

conditions, we set X := {0} for X € {R, T,Z} and R := {Id}.

Theorem 2.16. Suppose that a particle system, fulfilling the charge neutrality condition (2.5), is given.
Let further the first p € {0,1,2,3} coordinates be affected by periodic boundary conditions, i.e., the

particle positions may be regarded as elements of the space
LT? X R3P with a regular matrix L € RP*?.
If we write the particle positions x ; in the form
np) " n 3
xj= () with x? € LT and P € B,

we obtain for the spherical limit

_ short . F,. 0/
o():= Jim > Z”(x " Ln xnp)T” () + "G +¢°G) - ¢

neZP:||Ln| <C i=1
The short range part of the potential is defined via

P np
N, erfe(all(xf, + Ln, x77)TI)

¢short(j) = ! ‘;_- Ly
Z Z DG+ L x|

nezZr i=1

Furthermore, the long range or rather Fourier space part is given by

N
. 1 mik TL ™ x?. - n
SO = a2 26 T OULTKIL XD,
kezr i=1

where we set det(L) = det(Id) := 1 for p = 0, and the function O is defined via

—n2k2 2722

B a
®(kvr)::2ﬂ'pzl'/ e—de fork;tO,p>0.
0 Z

self(j)‘

(2.66)
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Furthermore, the k = 0 contributions are described by

[e0)

(_ 1 )nr2na2n—p+1

H—1
2T :pef0,1,2},
00, r) := n:m;p,l} n!2n—p+1) (2.67)
0 : else,
and
S el o= 3
0 ._ ) 3 det(I)| iy P
¢ (j) := 3| det(L)] i=1
0 : else.

The self potential $**1(j) is defined via (2.24). For open boundary conditions, where p = 0, the charge
neutrality condition (2.5) is not necessary.

Proof. We refer to the Lemmas 2.5, 2.8 and 2.12 as well as the corresponding proofs. For 3d-periodic
boundary conditions, i.e., p = 3, the integrals (2.66) are given by

a . -n2k%/Z? 7 k
Ok, r) = 27r/ RS AC2)
0 z n

cf. (2.34). We end up with the representation based on the analytic Fourier coefficients, cf. (2.30) and
(2.31). The volume of the primary simulation box is give by V = | det(L)|.
For p = 2 we obtain
a e_ﬂzkz/zz_zzrz
Vi [z = k)
0 Z

see (2.41). The Taylor series (2.67) is included in (2.43), where we have ||£ X £>|| = | det(L)| due to
the special structure of the vectors £ and &5, cf. (2.37).

In the case p = 1 we get
2

@ e—ﬂzkz/zz—zzr
2 / S d7=0 (k)
0 Z

see (2.55). The Taylor series (2.67) has already been used in order to represent the contributions for
k =0, cf. (2.56). Here, we have |[11| = | det(L)|, cf. (2.51).

In case of open boundary conditions or rather p = 0 we refer to (2.64) and (2.65). The Taylor series
(2.67) simply represents the function r~'erf(er). Furthermore, we obtain

2 0 1) 2n ,2n+1 f 2 a
2 Z (-D)"'r“"a _er (ar) _ _/ e_r222dZ,
\r o n!2n+1) r vV Jo

which is in addition consistent with (2.66), where p = 0 and k = 0. |

2.3 Truncation errors in the Ewald summation formulas

In the field of molecular dynamics simulations the root mean square (rms) error in the forces is a very
common and adequate measure of accuracy.
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We will consider the rms force error of the charges

1 e
AF, := E;HFU)—F:U)IP (2.68)

and the rms force error of the dipole particles

1 N
. . _ . 2
M=\ 2 IO =P 269

separately. Note that in (2.68) and (2.69) we denote by F(j) the exact forces and by F .(j) certain
approximations of the forces. For the overall rms force error we obtain

A= LSRG P = L S IR - PR L S IEG) - )
N Jj=1 i N Jj=1 ) N J=Nc+1 )

= AF? < AF? + AF? &= AF < \JAF2 + AF2.

In order to develop parameter tuning strategies one is interested in reliable a priori estimates of the
resulting rms errors (2.68) and (2.69). This is especially reasonable in case of uncorrelated particle
systems. In the following sections we discuss the estimation of the considered rms errors for the case
of 3d-periodic boundary conditions, which is best analytically tractable.

2.3.1 Common approach

In this section we introduce a common approach to the estimation of rms errors, which has already
been successfully applied, see [DH98b, WHO1] or also [KP92, Appendix A], for instance.

Let two sets of particles located at positions X; := {x; € R i € I} and X; := {x; € R3,j € J},
where I and J are some index sets, be given. For each j € J we consider a vector valued error &; of
the form

& =15 Z NiXij»
iel\{j}
where 17; are real numbers and the vectors x;; € C3 may only depend, respectively, on x; 7. We remark
that especially I N'J # 0 or even I = J is allowed. Note that the technical assumption i € I \ {j} or
rather i # j ensures that no systematic contributions with x;; = 0, which are independent from the

particle positions at all, are present.
1
o7 2, Nl
jeJ

We aim to estimate the rms error
If we assume that the contributions from different particles are uncorrelated, we have
—T —T . 2
<Xik ij> = 0ij <Xij Xij> =1 0ij X" (2.70)

where the angular brackets denote that the average over all possible configurations is considered and
0;; is the well-known Kronecker delta. The assumption of a homogeneous particle distribution is
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not always reasonable, but the estimation nevertheless enables a good prediction of the resulting
approximation errors in many cases. We further obtain

ey =n3 D> > mme ( xj) 2w Y it < o n}

iel\{j}kel\{j} iel\{j} iel

‘/m;” ]||2~X‘/|J|;n J;n. Q.71

In the next sections we will use the symbols

and

and

M= ) gl

J=Nc+1

2.3.2 Rms force errors in the short range part

For 3d-periodic boundary conditions the short range parts of the potentials are defined by (2.22), where
we have to set S := Z3. Based on this, the short range parts of the forces are given by

F*r(j) = =4V, ¢ ()) FER NN A
~Vi; (U] Vi )¢ () 1 j = Ne + 1, N

see (2.14).

The rms errors in the short range parts of the forces are studied in the following. As mentioned
before, we consider the charges and the dipole particles separately.

In order to keep the notation short, we denote the short ranged kernel function by

erfc(ar)
sa(r) =
,
and introduce the abbreviations
Xijn:=X;j+Ln and 1, :=|x; +Lnl.

We will make use of the asymptotic expansion formula, as introduced by the following lemma, see
also [KP92].

Lemma 2.17. Let B > 0 and f(x) e B be an integrable function on [A, ). If

d /()

I 2B <|f(x)] Vx=A

then

/A N Fx)e B¥dx ~ % e BAY, (2.72)
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Proof. The result is easily seen by partial integration, since

f6) | e o 1o d () _pe
f dx= |7 L*ﬁfA d_(_) dx

d f0)\ g, _ fA) _pa
<:>/A (f(x)_aﬁ)e dx—2ABC )

In the special case that f(x) = 27"/ and B = 1 we obtain the asymptotic expansion formula for
the complementary error function, as introduced in (2.21).

Short range errors for the charges

For the charges, i.e., for j = 1,..., N;, we rewrite FShort(j) via

Fshort(j) — le-lort(]) +F§h0rt(])

where
$ . xl_]l'l
FZT.“(J) = _qlvx] Z Z‘]tsa(rz/n) =g Z ZQLS (rl]n)
neS i=1 neS i=1
F9G) = = gV, ). Z 1] Vi, Sa(rijn)
neSj:NC+l
Hi Xij,n
_QIZ Z a(rzjn)ﬂl xl_]n 2 +Sa(rz/n)(r : _I-l;rxl'j,n—;j ) (273)
neS j=N.+1 l]n ij,n rij,n

Since the function s, and its derivatives tend to zero exponentially fast, we can truncate the infinite
sum. In other words, for some sufficiently large cutoff radius %, > O we may only consider the terms
with [[x;; + Ln|| < 1y and compute the finite sums

N
—quijCIi Z Sa(Tijn )
i=1

neS

F3(j) ~ FR(j) -

0<rij n<rut
N
Fshort(‘])NFvshort(])t :_CIijj Z Hl'_l' Z insa(rij,n)-
i=Nc+1 nes

0<rjj n<rut

In the following we denote by AFSMO™ and AFCSZOrt the corresponding rms force errors. We present
estimations of these errors for uncorrelated systems in Theorem 2.18.

Theorem 2.18. If the cutoff parameter 1.y > 0 is chosen sufficiently large and the particles are
sufficiently homogeneously distributed, the rms force errors in the short range parts of the charges can
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be approximated as follows, cf. [KP92, HNP17].

QVrcut e_az’ﬁn ( 2a 1 )’ (2.74)

N,

1 C
A Fshort = E Fshort N Fshort N2 ~ +
c.c. \ Nc P “ c.c. (J) c.c. (J)t” cha \/Ercut \/7_TCV”C?H

N,
. 1 <5 i )
AFR = [ 3 {IFSSr () — Fen(j) |12
\ Ne j=1

2.2
e~ ¥ e 2QM
cut

72

where we set By oyt := 1 + 202 -

Proof. The rms force error in the short range part has already been considered in [KP92], where only
the charge-charge case is treated. For the sake of completeness, we present a short summary of the
calculations in the following.

Using the notation as introduced above, we obtain

Nc
FIG) = FRG)o=q; ) i

i=1

i#j

with

Xij
c.c. _ ’ J.n
Xij = § SoTijn) P

neS u.n
Tij,n > Teut

It can be seen easily that /\(;}.C' =0, since r~'s/,(r) is an even function. The derivative s, is given by

() = - 2a 0P _ erfc(ar)
so(r)=—— —
nr r
20 _ 2.0 1 22
r——e v - e " for r large enough.

\nr rar3

The quadratic mean y? . , as introduced by (2.70), is approximated as follows. As indicated by (2.70),
it is defined as the average value of || X?J:C" [|> over all possible configurations, i.e., we set

1
2 c.c.j2 44-. )
Xee. -= V2 ‘/LT3 v/LT3 ||Xij |~ dx; dx;.

Here, the integration over LT3 is to be understood as the integration over the representatives in the set
{1l + A28 + 2383 : A € [=1)2,1)2), j = 1,2,3}. The term ||,\/?J'.°‘||2 is given by

7 ’
) p So(Tijn)so (rijm)
WP = D AshlgaP+2 Y Y T

Vii o Tit
nez3 nez3 mez3\{n} L,niij,m

Tij,n>Teut Tij,n>Teut Tij,m>Teut

where we separated the diagonal and the off-diagonal terms.
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The double sum includes summands of alternating signs and if the particles are sufficiently homo-
geneously distributed these contributions may be neglected. Thus, we compute

XCC ~ V2 -/I;T3 ‘/L‘Tg Z |Sa(rljn)| dx dxj

nez3
rij, n>r<,ul

1 / / ’ 2 1 ’ 2
= — lso(llx = yIDI*dxdy = —/ lso (I )]~ dr,
V2 Sy lsra Virlsra

cf. [KP92, Eq. (17)]. Finally, we obtain

2 o o2a%r? 20‘ ? 2
Xce. ~ . — m r-singdr d¢ do
2

2 1
= — e 2 ( ¢ ) r2dr
V' \/7” Vrar3

2
~ ré_utz 6—2(1 cut 2C¥ !
VCY \/Ercut ‘\/_a cut

where we use the asymptotic expansion formula (2.72). By applying (2.71) we obtain (2.74).
We continue with the charge-dipole interactions and consider Equation (2.73). Based on this
representation, we start by considering an expression of the form

’” r ’ ﬁ r
(I’)ﬂl r_ + Sa(l") (_ - Ill ) = ||lll|| SQ(I")I’ COSQr—z + S(z(r) (Tl — rcos 9}"_3):| >
where we denote by 6 := «<(y;, r) the angle between a vector r and the dipole moment y;. Furthermore,

we set fi; == ||l 7
Thus, we can write

N
Fshort(J) Fshort(‘])t Z ”/“lz”/\/” i
i=N¢+1
where
Xt = Z s (r,Jn)cos(H,]n)r o (r,,,,)(r ~co5(;j.n) ””). (2.76)
nes ij:n ij:n rl] n

Tij,n>"cut

Here, we define 0;; , := <(u;, x;; n). We compute the squared Euclidean norm of the single summands,
which reads as

2

si(r) (:05(0)i + s.,(r) (% - cos(é’)rr—z)

r 2 P

_ (s;;m <r>) 2 cos? 0 + +2( salr) _ (,(r)) 50 cog?(0)r

"(r) +cos’ 6 ( (r)? - —S"r(;) ) )

Now, we proceed similarly as for the approximation of 2. and approximate the error sum by an
integral using spherical coordinates. The polar coordinates are chosen such that u; points from the
center to the north pole, i.e. 6 is the polar angle.
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We obtain

2 27T T 00 S:Y (r)z 2 17 2 (Y(r)
Xea. 57 ) (r_2 + cos” 0 (sa(r) )) r=sinfdrd6

2
— _ﬂ/ (I")2+ 2.2 ”(1")2(11"
V Teut
where differentiation and application of the asymptotic expansion formula (2.72) yields
4(}//3 0,/21‘2 4@ (12;,.2 erfC(a’r) e_azrz 4 4 22
$"(r) = — e~ +— ¢ +2 ~ (4a/r +4a°r +2).
a(r) \r \rr? r3 rart

The approximation holds if r is large enough. By making use of the asymptotic expansion formula
(2.72) once again we obtain

-2ar

2 e Cul 2
Xead. ™ 3V0141;:7u (2B cut T (40’ Tout + ZBQ’ cut) )
and
2
AFshort %
cd. ~ N
C
gives (2.75). |
Remark 2.19. A slightly simpler estimate of the error AFS'", as stated in (2.74), is given by
20 2,2
AFSY x ——= ™, (2.77)
C.C. (—ﬂ'NC V]"Cut
see [KP92]. It is obtained from (2.74) by neglecting the second term within the brackets. U

Short range errors for the dipole particles

We treat the dipole particles in an analogue manner and split the short range forces via
Fshort(]) Fshort(]) + Fshort(])
where j = N. + 1,..., N. We obtain

Nc
OES TSP IPWAN N

nes i=1
T Xijn
_qul a(rljn)ﬂjxl]n 2 +Sa( Un) y _ﬂjxij,n3_ s
nes i= l_] n rij,n
and
, N
FG) ==V, u Ve, D0 > 1] VaySalrijn)
neS i=N.+1
N
! T T T
=- Z Z Co(rijn) ((.Ui Xijm)H; + (U Xijn)p; + (1 ﬂj)xij,n)
neS i=N.+1

N
+ Z Z Da(’"ij,n)(ﬂl—'rxij,n)(ﬂ}—xij," )xifv"’

neS i=Nc+1
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where the functions C, and D, are given by
"(r) sa(r) 40 e 6a _,2,2 3erfc(ar)
— e =
r3 \rrd rd
Du(r) = _s;"(r) 43 sy(r) 3sa(r) _ 8a’ . 200 N 30« e lSerfc(a/r)’
3 4 ) Var2  ymrt | r7

Cal(r) =

see [WHOI].
In the following we denote by AF;}‘C‘T” and AF;Z‘T” the corresponding rms force errors. We present
estimations of these errors for uncorrelated systems in Theorem 2.20.

Theorem 2.20. If the cutoff parameter 1., > 0 is chosen sufficiently large and the particles are
sufficiently homogeneously distributed, the rms force errors in the short range parts of the dipoles can
be approximated as follows, cf. [WHO1, HNP17].

N
; 1
ARSI =2 D IFEE ) = FReGnlP
d 2Nt
e | 20 M ) .
N a?r3 3N4V Keut (3Ba cut + 8atr B(’ cut + 8r® cut) (2.78)
C
| X
MRS =\ 5 DL IFTG) = gt
d =N+l

e M | 1 (13C2 2., 1

a,zr4t rcutNdV z a,cut 15 a, cut 15 Ca/,cutDa,cut), (279)
cu

where we define

Bycut = 207, cut +1,
4 4 2.2
Cycut =4’y Teut T 6a°r, Teut T 3
Dy.cut := 8258, + 2025t +30a%12, + 15.

Proof. The approximation of the rms error AFji?“ is obtained analogously to AF Sh"“, see Theo-
rem 2.18. We obtain

Fe() = F3e()e = llal Z Xy

with xi¢ = x5, see (2.76).

In order to approximate AF;?“ we start by considering the vector field
V(e pis ) 1= C) (] DBy + (s + 1] p)r ) = D] )]
= Naallleay | | €O (T )y + G s + T ) = DEYETPE e | (2:80)

The spherical coordinates are now chosen such that p; points from the center to the north pole, i.e.,
(0,0, 1), and that the azimuthal angle of y; is ¢, = 0, i.e., fi; — (siny, 0, cos y), where we set

Y = <y, py).
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Thus, we obtain for some r = (r sin 6 cos ¢, r sin 8 sin @, r cos )

Tr
13

el

cos <(pu;,r) = = cos 8 cosy + sin @ siny cos ¢, (2.81)

see [WHOL1, Eq. (27)].
We see that the term in brackets in (2.80) can be interpreted as a function of r, 6, ¢ and v, i.e.,

o) (] iy + (] s + (B f)r ) = DEYET P EP)r = 5(,60,4,7).

Now we compute Xg_ 4. as follows.

1 P d 1 2r Vi3 0
Xi4 = —/ —/ / / 15(r, 6, ¢, y)||>r* sin(6) dr d6 d¢ dy,
Toondo Vo Joo

i.e., the term )(g. 4 1s as usual approximated by an integral in spherical coordinates and in addition we
compute the mean values of all terms depending on the angle .
Finally, we obtain

—2a%r2
e c (13 2 13
Xg.d. = VTng (zca%,cut + ED(%,cut + Eca,cutDa,cut) >
ie.,
Y2
h d.d.
AFy3" =~ Ny M2,
which gives (2.79), see also [WHO1]. |

2.3.3 Rms force errors in the Fourier space part

The Fourier coefficients ¢ (k), as defined in (2.31), tend to zero exponentially fast as ||L™" k|| — co. In
order to compute the Fourier space potentials efficiently, we truncate the infinite sum, i.e., we replace
the set Z3 by an appropriate finite subset K c Z>.

Remark 2.21 (Truncation scheme). Since y/(k) is a function of ||L™"k||, it is reasonable to consider
index sets of the form
K:={keZ’:||L7Tk| <c},

where ¢ > 0 is some cutoff radius.
But, in view of the Fourier methods applied later, see Chapters 3 and 4, we will for now mainly take
into account index sets of the form
K:=9Ju N Z3,

where we set
o 1= (=Mtfo, M1 o) (<o, M) X (Mo, M)
for some M = (M, M, M3) € Ri. L]

In the following we denote by ? 1s 2’2, ¢ 53 € R3 the dual lattice vectors, which are simply the columns
of the matrix L™7, i.e., we have 2’:(’1- = 0;; as well as

ILTk|? = [[ki &1 + kol + k3b3 )%
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Lemma 2.22. We denote by 8 > 0 the cutoff parameter of the Fourier space part. If My, M and M3

are chosen such that
M, M, My

el el lesl

=B, (2.82)

we have
{x [S R3 ||x|| < } C {X121 + X222 + X323,x S jM} . (2.83)

Proof. In the following we set
ﬁkl = 2 k X 2) 1.

In order to ensure (2.83) we choose M, M>, M5 > 0 such that
M| - | cos <(B1, Ro3)| = Ma|Bo| - | cos <(8a, A13)| = Msl|Es]| - | cos <(E3, 1) = B, (2.84)
which means that the three heights of the parallelepiped
{x18) + X285 + x303 : x € Ty}

are all of length .
The height of the parallelepiped with respect to the direction #1,3, for instance, is given by dividing
the volume by the size of the base area spanned by £, and #3, which gives

|(M121)T (M2 x M3t3)|
|My2y x M3t5)

= Mil|&1]] - | cos <(£1, ~x3)).

Now it is obvious that the ball of radius #/> is included in the considered set. It remains to show that
the conditions (2.84) are equivalent to (2.82).

As an example, we consider the vectors 7153 and £, which are linearly dependent. Thus, we have
coS <(2’1, fiy3) = cos <(?1, £1) and obtain

) ) , , s el M
Mi[61]] - | cos <(£1, an3)| = Mil|€y]l - [cos <(€1, £1)] = MullEr]] - — = :
el -Neall N6l
. AT
since £ €1 = 1. |
Fourier space errors for the charges
For the charges, i.e., for j = 1,..., N., we rewrite the Fourier space parts of the forces F(j) =
_quxJ¢(]) via
FP(j) = F¢o () +FE ()
where
q;V N 2ig;
. J VX T
Fio() === Z k) Y g = 2 Zq, D BULTR) TR, (2.85)
keZz? i=1 i=1  kez3
q X N s Tr-1
F];d(]) = J et Z Tvxi e271']k L Xij
c73 l:NQ+l

Z Il Z (k)L™ k|| cos(yix )L™ k) 2k L xij
=N+l

€73
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in order to separate the interactions to the other charges from those to the dipole particles. Here, the
angle between a lattice vector L™ k and a dipole moment y; is shortly denoted by y; x := <(u;, L™ k).
We denote the corresponding truncated versions by

. lq ~ _ i Tyr—-l,..
FE () =% Zq, 32 (k) (L™ k) ek L7 xi) (2.86)
i=1 keZ°nIm
F (i dng; 3 T ~Try 27k L
Foo) === 20 Il D) $IL Tkl cos(yiu)(LTk) e V.o (287)

i=Nc+1 kEZ3ﬂjM
Again, we denote by AF,, and AF!  the corresponding rms force errors and present estimates for

uncorrelated systems in Theorem 2.23.

Theorem 2.23. If the cutoff parameter M = (My, M, M3) € Ri in (2.86) and (2.87) is chosen such
that (2.82) with sufficiently large B > 0 is fulfilled, we have

N,

1 < . 8 20242

M\ R D IFE () = FELGHIP = aQy| e 74, (288)
c £ vV

N¢
I . . 8BOM 250/, 2
F ._ F F o n 4ar
AFcy = \ M ;:1 1F ¢ 0. () = F g U1l ~ “‘/—3ch R (2.89)

provided that the particles are sufficiently homogeneously distributed, cf. [KP92, HNP1T7].

-

Proof. In the charge-charge case we obtain

/\/fjc — Z (ﬁ(k)(L Tk) eank L' Xij
k¢Z3ﬂjM
and . A
Xl = —2/ / g lPdxsdxy = — > GRPILTTE|.
Ve Jrm Jom 1%
k¢Z30 I

Now, we have
{keZ : |L7k|| <8p} c {ILTk| k € Z’ N Ju},

see Lemma 2.22. This is used to get an upper bound of the error sum, which can be estimated by an
integral in spherical coordinates as follows.

4 o272k |12/

Xee ® dk

T2 |det(L‘T)| k|1=B/2 llk||?

2 -
/ s1n9/ / e 2K 41 dg dg
B2

a ( ) 802 —ﬂzﬂz/Z(l
V 2@ \/_a/ nVp

where we use the asymptotic expansion formula (2.21) for the final approximation. We remark that
the asymptotic expansion formula only gives exact results if 8 is chosen not too small.
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2.2
Ach_ ~ /Q]/\\;C.c.
C

we obtain (2.88). We remark that the result is slightly different from the one given in [KP92].
We proceed in an analogue manner in the charge-dipole case and obtain

2 S
2 2 27%k%a? 1,2
_ sin(@) cos“(0)déo d e k“dk
o= ey J, e [ao [

oo 2
643 22K2a? 12 4) 8,3&' ﬂqJ'M 22 )2a°
- e k‘dk x —————e )
3V /2 3V

Via

where the asymptotic expansion formula (2.72) is used. Again, the approximation is only valid provided
that 8 is chosen large enough. Finally, we obtain (2.89) based on

/ 2
AFF . ~ OMxcq.
cd. ~ N .
C

Fourier space errors for the dipole particles

For the dipoles, i.e., for j = N, + 1,..., N, we write the Fourier space parts of the forces F(j) =
_ij' (H;—ij)(p(‘]) via

Fr()=Fy (D +Fya (D)~ Fao () + Faa (s

where
FF N xj(ll X oL .
NOREE Z 7 )Zq e
keZ’nIm
Al Ne R .
- Qfl" Zq" Z G)IL™ k|| cos(yja )L™ Tk) e*™* F xij (2.90)
i=l  keZ*nJm
and
FF N x (ﬂ k TV ZﬂikTL‘lxi,-
fa) =~ LY Z A _
keZ’nIm
82|y ; N A N
=% 2 Ml D) GOOILTIP cos(ya) cos(yia) (L) T,

i=Nc+1 k€Z3ﬂjM
(2.91)

We denote by AFdF_C_ and AFdF_ 4. the corresponding rms force errors and present estimates for
uncorrelated systems in Theorem 2.24.



54 2 ELECTROSTATIC INTERACTIONS IN PARTICLE SYSTEMS

Theorem 2.24. [f the cutoff parameter M = (M, M, M3) € Ri in (2.90) and (2.91) is chosen such
that (2.82) with sufficiently large B > 0 is fulfilled, we have

N
1 ) ) 8BTOM 250/, 2
AFF = | — IFE ()= FE (G)l? ~a o TB 4
d.c. d.c. d.c. ’
<\ 2o, PO PO oy
AFF = | & §N IFE ()= FF  GUE ~ daMy| L w8 (2.0
dd. * \Nd PRt d.d. d.d. U/t 15NgV ’ :

provided that the particles are sufficiently homogeneously distributed, cf. [WHO1, HNP17].

Proof. The same steps which led to the approximation of AFf 4> see proof of Theorem 2.23, yield

2
AFF  ~ OMxq.. . 8pTOM o8 f4a?
d.c. Ny 3NCV

Again, the spherical coordinates are chosen such that § = vy;, as explained above. The same is
done in the dipole-dipole setting, which has already been studied in [WHO1]. In case of dipole-dipole
interactions we additionally assume p; = ||g;|| - (siny, 0, cosy) with y := <(u;, ;). Furthermore,
cos y; k is rewritten via (2.81), i.e.,

.
08 Yik = m = cos 0 cosy + sin 6 siny cos ¢,
i

where k = (k sin 8 cos ¢, k sin 6 sin ¢, k cos 8). In the obtained expression, the sine and cosine terms
depending on the angle y are again simply replaced by the corresponding mean values, i.e., we set

2 .
Xdgd. =

1 4 647T4 4 e & —271'2](2/(1’2 4 . 2 . . . 2
— —_— e k™ sin 8 cos” 0 (cos 8 cosy + sin @ sin ¢ siny)” dk d¢ d9 dy.
nJo V Jo Jo Jgp

This gives, cf. [WHO1],

303 33
2 27r B _71.2[32/20,2 F T ﬁ _”2ﬁ2/402
~ 16a°——— — AF;,, ~daM{|—— .
S T d.d. = TN TNV ©

As already remarked in the proof of Theorem 2.23, the estimates are based on the asymptotic expansion
formula, which is only applicable if the cutoff parameter £ is chosen not too small. |

2.3.4 Parameter choice

Given a particle system as well as a required accuracy € we may ask for possible values for the splitting
parameter «, the near field cutoff radius % as well as the far field cutoff parameter 8. As explained in
the following remark, the corresponding errors are constant among systems having the same particle
densities.
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Remark 2.25. Based on the estimates as presented in Theorems 2.18, 2.20, 2.23 and 2.24, it can be
seen easily that we expect approximately the same truncation errors among systems having the same

particle densities

O N. M Ny

— v and —,

Vv Vv 14
provided that the same parameters a, %, and S are applied. For larger systems the number of Fourier
coeflicients may simply be scaled up according to the dimensions of the primary box via (2.82).

Furthermore, the shape of the primary box is not relevant for the presented estimates. L]

Based on the Theorems 2.18, 2.20, 2.23 and 2.24 we may choose the Ewald summation parameters
a, y and B in order to reach the required accuracy €. Roughly speaking, we will ask for two
conditions to be fulfilled, namely that the accuracy ¢ is reached in the near field as well as regarding
the approximation in Fourier space. Since three parameters have to be tuned, we still have one degree
of freedom. In the following we discuss how the parameters « and 8 may be determined, provided that
a certain near field cutoff radius 7 is given.

We apply the following common approach.

1. Specify a certain accuracy € and a near field cutoff radius 7 > O.
2. Choose the splitting parameter « such that

short short short shorty
maX{AFc.c. > AFc.d. ’ AFd.c. ’ AFd.d. ~E.

3. Choose the far field cutoff 8 > 0 such that

max{AF}.,AFf  AF} ,AF; } ~e. (2.93)

Based on the error estimates (2.74), (2.75), (2.78) and (2.79), the appropriate splitting parameter «,
see step 2, can be found based on a simple binary search algorithm. In case of charge-charge systems
we obtain

20 _ 0 1 1( 20 )

——— ¢ Yurg & ax—,n
VANV Fewt Teut eNAN Vi

based on (2.77). The obtained « is real valued, provided that & < (ﬂNCVrcut)_l/ 220. Otherwise, the
estimate (2.77) is less than & for all @ > 0.

In order to determine a sufficiently large cutoff parameter 5 > 0, see step 3, we make use of the well
known Lambert-W function [CGH*96]. The function is implicitly defined via W(x)eW®™ = x, i.e., it
is the inverse of f(x) := x e* and is therefore not uniquely defined for x < 0. We will make use of the
two branches Wy and W_y, as depicted in Figure 2.6.

In case of charge-charge interactions we determine 3 based on (2.88) by making use of the principal
branch W(. We have

8 e_ﬂ2ﬁ2/4az o
nBNV

AFF, & = aQ

2 44 202 2,24
8“a"Q B0 _ 4 B 2P 8a 0
N2 =& 2 ¢ TN 2y204
n2BENV a N“V=ee
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0
©
z -2 |
n — Wo(x) ||
.......... W_l(x)

Figure 2.6: The two branches of the Lambert-W function for real arguments x > e™'.

Thus, we set

[07
Bc.c. ==
T

82 24
WO(—f 0 )
N2V2e4

Note that Wo(x) > 0 for all x > 0 and thus the obtained expression for 3 is well defined.
In the following considerations we need the Lambert-W function for negative arguments. We obtain

2 602 Aq2 202
80" M B Bt

—
32N.2V2 a?

AFfd.ze —

_7‘(2,32 Bt 32¢*N2V?
a? 82a,6Q2M2

and choose

@ 32e4N2V2
Bed. = ;\/—W—l (—W)-

The final expression is again well defined, provided that the accuracy & adopts reasonable values. Since
20p27,2
a?n?p*e™ B la” < e for all B € R we have to choose & such that

2612 2
£ < 8“a"0°M ,
32N2V2 el

which ensures that the argument of the Lambert-W function lies in the interval [—e~!,0]. Since
W(x) < 0 for x € [-e!,0] the obtained value 3 is well defined. Note that the error formula (2.89)
is only valid for large enough S. Especially, the error should decrease with growing S, which is only
fulfilled if 8 > 7~ 'a. Since Wy(x) € [-1,0] and W_;(x) < —1 for x € [-e~!,0] only the usage of
the function W_; is reasonable. The same argument applies to the following two cases. In (2.92) only
B > n~ 23 is reasonable.
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Analogously to . 4., we compute

Q

3264N42V2
foe. = W1 |~ Sosomne
by 82a*0° M

in order to obtain AFdF_C_ X e.
For the dipole-dipole part we get

28310 M4 7T2B2 202132 3
F . 3 . -°B*/3a ~ I 4
Mae ~e \j SINGEV2 302 ¢

52Nd2V284
283a10M4 :

and thus

(04
Bad. = —|-3W_| -
T

In order to end up with (2.93) we may simply use the maximum cutoff parameter

Bmax = max{Bc.c.,Be.d.» Bd.c.o Ba.d.}

in order to approximate the Fourier space parts of the forces based on (2.86), (2.87), (2.90) and (2.91),
where M is defined via (2.82) with 8 := Bmax.

Example 2.26. We assume a particle system with N, = 300 charges ¢; = (-1), j = 1,..., N,, and
N4 = 300 dipoles with ||/,t]-|| =1,j=N.+1,...,N. Thus, we obtain Q = M = 300. Furthermore,
we suppose that the particles are located in an orthorhombic box with £; = (20,0,0)", £, = (0,10,0)"
and £3 = (0,0,10)7,ie. V =2-10%.

If we choose the accuracy € := 1016 and the near field cutoff 7 := 5, we obtain

a =127
based on the estimates regarding the short range part, see step 2. Consequently, step 3 yields
Bmax = 5.14.

In Figure 2.7 we plot the estimated rms force errors Alﬂsylz)%” and AFtspe for type € {c.c.,c.d.,d.c.,d.d.}

with respect to the splitting parameter &, where we set 1y := 5 and 8 := Bmax = 5.14. The results
validate the reasonability of the tuned parameters « and S. U
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104 X
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estimated rms force error
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Figure 2.7: Estimated rms force errors for different splitting parameters a, where we set 7y := 5 and
B ~5.14. System: N = Ng=Q = M =300,V =2-10°.



3 Nonequispaced fast Fourier transforms in three
variables

The well-known fast Fourier transform (FFT) is one of the most important algorithms for a broad
variety of applications in the areas of engineering, natural sciences, scientific computing and signal
processing. It enables the evaluation of trigonometric sums at equispaced nodes with an outstanding
arithmetic complexity of O(N log N), where N denotes the number of given nodes. The efficient
computation is based on a divide-and-conquer strategy, which dates back to the famous algorithm of
Cooley and Tukey [CT65] proposed in 1965.

In a wide range of applications a sampling at nonequispaced knots is required, which led to the
development of the nonuniform FFT or fast Fourier transform for nonequispaced data (NFFT). In the
following we at first introduce the necessary notations as well as the basic concept of FFT. Secondly,
we describe the fast evaluation of trigonometric sums at nonequispaced knots in detail. Afterward, we
discuss error estimates and present numerical examples.

3.1 Preliminaries and Definitions

In the following we consider 1-periodic functions, where again the one-dimensional torus is denoted
by T := R/Z ~ [~!/5,'/2). Each function f € £5(T3) can be represented by its Fourier series

FEx) = > a(f)emk s,

kez?

where the infinite sum converges with respect to the £>-norm

15
1fllz, == (/[I/ - |f(x)|2dx) .

The Fourier coefficients of f are given by
cx(f) = / fx)e Tk xqy, g eZ’. (3.1
(')}

In the following we define for some M = (M}, M, M3)" € 2N? the three dimensional index set
Iy i={-Mp ... Mh—1}x ... X{=Mp . M) — 1} 3.2)
Furthermore, we denote the component wise product of two vectors x, y € R? via
X 0y = (x1y1, X2y2, x3y3)" € R?
and for a vector x € R? with non vanishing components we set
x .= (xl_l,xz_l,x;l)T e R3.
As usual, the Euclidean norm is generalized for complex valued vectors x € C3 via

x|l == VETx = V|2 + [xl? + |x)2

59
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Discrete Fourier transform

If the periodic function f is only known at equispaced samples f; := f(j © M ~1), where j € Iy, we
have

a(f)~ fr = 1 Z fj e TRTGOM™D) gl k€ Ty, (3.3)

Ml
i.e., a good approximation of the Fourier coefficients over the multi-index set Zys is obtained by simply
applying the trapezoidal quadrature rule.
The mapping
{fitiers = {idkeny,

is widely known as discrete Fourier transform (DFT). The DFT is invertible and the function values f;
are reconstructed via
fi= D S ®UMD e gy, (3.4)
kely

as is well known. Note that a naive computation of the sums (3.3) and (3.4) requires O(|Iy]?)
arithmetic operations, which is not satisfying in terms of numerical performance. A significantly
more efficient computation is possible via a divide-and-conquer strategy utilizing the underlying
trigonometric structure. Roughly speaking, it can be shown that the computation of a one-dimensional
DFT of length M € 2N requires the computation of two DFTs of length # />, and so on. Of course,
the same applies to the inverse DFT. Consequently, the resulting algorithms, which are widely known
as the FFT and the inverse FFT (iFFT), enable the exact computation of the sums (3.3) and (3.4),
respectively, with only O(|Zps|log | Ip¢]) arithmetic operations.

3.2 Fast evaluation of trigonometric sums at nonequispaced knots

For given nonequispaced data, which is the case in several applications, the evaluation of a trigonometric
polynomial is not possible based on the classical FFT. An efficient method realizing a fast approximation
for nonequispaced data is known as NFFT, see [DR93, Bey95, Ste98, DS99, War98, PST01, GL04,
KKP09], for instance. In the following we give an introduction to the NFFT method as well as to
some of its modifications. All the considered variants of NFFT take a central role in the algorithms
presented in Chapter 4.

3.2.1 NFFT and adjoint NFFT

We are interested in the efficient evaluation of the trigonometric polynomial

f)i= ) et (3.5)

k GIM
at N arbitrary nodes x; € T3, which corresponds to the computation of the sums
fi=fx)) = Z foe kX i N. (3.6)
kely

The direct computation requires O(N|Zps|) arithmetic operations and is known as NDFT. In the special
casethat {x;,j=1,...,N} ={j O M~',j € Iy} afast evaluation is possible via the inverse FFT, see
(3.4). The NFFT enables an efficient evaluation in the case of arbitrary knots x ;.
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The basic idea of the NFFT is to apply the ordinary inverse FFT on the given equispaced mesh in
Fourier space. Afterward, the function values f(x ;) are recovered based on the computed equispaced
data, which is realized via a so called window function, see [Ste98].

More precisely, the function f is finally approximated by a sum of translates of a one-periodic
function @, which reads as

f@) = Y g,¢(x—lo(o@M)—1). (3.7)

lEIa’OM

In other words, the approximate function values are obtained by computing a discrete convolution of
a given window function with some coefficients g;, which are by now unknown. Since the number of
given Fourier coefficients is |Zpz|, it seems at first glance reasonable to choose a regular grid of the
same size. In order to make the approximation (3.7) more accurate, we may choose an even larger grid
of size o © M, where we denote by oo > 1 (component wise) the oversampling factor. Theoretically,
even o < 1 is possible.

In the following we denote the oversampled grid size shortly by M, := o ® M. The function ¢ is
the periodization of a window function ¢, which is constructed via a tensor product scheme involving
univariate functions ¢; : T — R concerning the single dimensions j € {1,2,3}. More precisely, we

set
3

Fx) = ) g(x+1), where o(y) = [ | ¢;(y)) fory = (y1,32,33)" € R*. (3.8)
rez3 Jj=1
A transformation of f. into Fourier space yields

)= D0 fkcrarom,(§)ermikiroMTy, (3.9)

kely,rez?

where we denote by ¢ (§), k € 73, the Fourier coefficients of the periodized window function, see (3.1),
and by g the discrete Fourier coefficients of g;, I € Iy , see (3.3). Note that we have cx (@) = ¢(k)
for k € Z>, which follows from the Poisson summation formula (2.25).

For the following considerations we assume that we have cx (@) € R. The idea is now to choose the
coeflicients g appropriately. Then, the coefficients g; in (3.7) can be recovered by the inverse FFT,
see (3.4), and the evaluation of (3.7) gives the approximate function values f.(x;) = f(x;).

The evaluation of the sums (3.7) is computationally demanding unless ¢ is compactly supported on
a comparably small domain or at least sufficiently small outside of it. In the latter case we replace the
window function ¢ by a truncated version

3 3 m m
(,D(X) :x€®j:1[_0—iMi’0'iMi]’
= . __m_ _m )= LR A A 3.10
pu(x) = p(x) BX[ aij’crij](xJ) {0 - else, ( )
and approximate f by
@)=Y ad (x —l@Mgl) = > ad (xj —l@Mgl), G.11)

lelnm, Lelpo.m(xj)

where we define the sets

3
Imgm(x) = {l €ly,:3zeZ’ withx—IloM,' +z ¢ ®[_0;7\4j’ (T]_”;,Ii]}.
J=1 ' o
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In other words, we simply replace ¢ by ¢ in (3.7). Note that in the second variant we only have
(2m + 1)* < |Ipy,| non zero summands, which drastically reduces the required computational effort.
Since the parameter m € N determines the size of the support supp(¢;) we will refer to m as the support
parameter.

In order to determine the coefficients g; in (3.7) we consider the difference between the trigonometric
polynomial f, see (3.5), and its approximation f., see (3.9), where we replace ¢ by @ in the case that
@ is not compactly supported. We obtain f(x) — fu(x) =

T ~ ST ~ - ~ - . T
Z ik x f_ Z Xk x| o (@) + Z Sk Chrom, (Gr) e OMo) x| (3.12)
kelpy kelpm, rezd\{0}

We see that the first Jps, Fourier coefficients vanish, i.e, only the aliasing terms are left, if we set

. dife k€ Iy,
8k = (3.13)
0 : else,
where we define the deconvolution coefficients
o 1
dk =— (314)
cx (@)

cf. [PSTO1] forinstance. Of course, the choice of the coefficients g or cfk and can be further optimized.
If we optimize the deconvolution coefficients with respect to the £>-norm, we obtain the following
result, see also [DS99, Appendix A] or [Jac09], for instance.

Lemma 3.1. For f and f. as defined via (3.5) and (3.11), respectively, we have

. k(@
cargmin || = fill g, = 2"(%) — kely;. (3.15)
dkER,kE]M 223 Ck+r®MO(SDt)
r €L’

Proof. We easily compute
\ ) 2 \
1f = ol = ) VAP (1= dece@0) + D0 1AP Y, dRetoyon, @) (3.16)
kely kelpy rez3\{0}

by using (3.12), (3.13) as well as Parseval’s identity. Now, the optimal coefficients dy are simply
determined by differentiating (3.16) with respect to dj and setting the result equal to zero for each k.
We obtain

0= —2e(@)(1 = deck (@) +2dk > CFrpong, (B

rez\{0}
= =20k (@) + 2dk )" R rona, (D).
rez3
— di = Z"(“”‘) - (3.17)
Z Ck+r®M0((pt)
rez3

which gives (3.15). n
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In summary, we obtain

2 202 Cl%+r®Mo(¢t) 5o 1
If = £l = D AP D, 5= for d = ——, (3.18)

2/ ~
kely rez’\{0} C (Sot) Ck (SDt)

2 cl%+r®Mo(¢t)
o reZ3\{0}

f 2 (@)
||f—fz||2£2 = E | fie| 5 - for dy := : —.
kely 2 Ck+r®Mo (QD() ) Ckar @MO(QO’[)
rez? re73

(3.19)

Usually, the Fourier transform of the window function is supposed to be well localized, i.e., we will
typically have |ck.rom,(F1)] < |ck(@¢)|. Thus, we obtain

ck (@) zck(gat): 1
N o @) G@) @)

rez3

i.e., the optimal deconvolution approach is more or less equivalent to the standard approach, see (3.14),
provided that the Fourier coefficients of the window function decay fast enough.

The NFFT algorithm has the arithmetic complexity O(N + |Zps, | log | Zpr,|) and can be summarized
as follows.

Algorithm 3.1 (NFFT).
Input: Nodes x; € T3 (j = 1,...,N), coeflicients ﬂ € C (k € Iy), oversampling factor o € R3,
o > 1, window function ¢ and support parameter m € N.

i) (De-)convolution in Fourier space:
Define the factors cik € Cforall k € I, e.g., as given in (3.14) or (3.17), and set

. df tkely,
70 ke T\ T

Complexity: O(|Zp]).

ii) Apply the inverse FFT in order to compute the coefficients

1 2T -1
._ A 2nikT(IoM;
8= 7 > g ek EOMLD
MO kGJMo

foralll € Iy,. Complexity: O(|Zp,|log |In, ).

iii) Convolution in spatial domain: Compute

flx)) = fo(x)) = Z 1Pt (xj—IGMgl)

lEIMO
forallj=1,...,N. Complexity: O(m>N).

Output: f.(x;) = f(xj)forj=1,...,N. [
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Using a matrix-vector notation we can rewrite (3.6) via
f=AF,
where we define
S = (fj)j-vzl eCV, fi=(fidken, €C™I, A= (CZHikaj)jzl ..... Nikery € CNXIml

and assume the multi-indices k € Jjs to be sorted in a certain manner. The NFFT algorithm can be
reformulated via
f~=BFD{, (3.20)

where D € ClIm0X1Im 1| s 3 block diagonal matrix with entries dy and 0, the matrix F € CMoXIZaro]
is representing the inverse FFT in three dimensions and B € RV*/Mol 5 a sparse, real valued matrix
with entries ¢g(x; — 1 © M;h.

The direct evaluation of sums of the form

N
hie) = )" fe %, ke Iy, 3.21)
=1

with given coefficients f; € C requires O(N|Zy|) arithmetic operations and is known as the adjoint
NDFT. It gets its name from the fact that the problem can be reformulated in matrix-vector notation
via

h=Af,

where A is the Hermitian transpose of A or rather the adjoint of the assigned operator. Thus, the
derivation of a fast algorithm, which we refer to as the adjoint NFFT, is straight forward and derived
directly from the matrix representation

h.:=D'F*B'f. (3.22)

The algorithm can be summarized as follows.

Algorithm 3.2 (adjoint NFFT).
Input: Nodes x; € T3 and coefficients fieC@(=1,...,N), meshsize M € 2N3, oversampling factor
o € R3, o > 1, window function ¢ and support parameter m € N.

i) Convolution in spatial domain: Compute
N

81 = Zf}gb't (x]' -1 @M(:l)
j=1

foralll € Ipy,. Complexity: O(m>N).
ii) Apply the FFT in order to compute the coefficients

. 1 T -1
S = Z ae 2nik T (loM;")

[m | 1T,

forall k € Iy, . Complexity: O(|Zp,|log | Iy, |).
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iii) (De-)convolution in Fourier space:
Define the factors cfk € Cforall k € I, e.g., as given in (3.14) or (3.17), and set

ho(k) = dpgr, k € In.

Complexity: O(|Zp]).

Output: h.(k) ~ h(k) for k € Iy;. O
By applying
Gilx) = Z cr(¢0) ¥ = Z Z Ck+roM,(Pr) e2milk+roMo) x
rez’ kelp, rez?
we easily compute
d N .
ho(k) = —% Z 6 (xj _1 @Mgl) o 2milT oM
o, |, 5\
Mo \J
N .
= Z Z fidirsrom, (py) e 2Tk OMo) x) (3.23)
rez’ j=1

Remark 3.2 (Operator notation). For some x € T? we define the operator 75 : C/™| — C by

L (F A 2mik T
Te: (fkens = D he?™ .
kEIM

The adjoint operator 7" : C — CcHml is given by

7 +—>( e—27rika) ‘
x Y y keln

Based on (3.6) and (3.20) we can write
fi= 73-:;]? %ijTDf’ j=1L...,N,
as well as
N N
hk) = Z T ~ Z D'F*B; [, k€ ln,
j=1 j=1

see (3.21) and (3.22).
The deconvolution coefficients (3.17) are optimal for the adjoint problem in the following sense.

k(@)

2 NG
é* Ck+rOMo(¢t)
rezs

kEIM

arg min / |7y — D*F*Biy|> dx =
dy eR, keIng -1/ 1)

for each y € C.
The result can be shown as follows. In the case

h(k) — ye—Zﬂika
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we obtain by using (3.23)
/ I — | dx = / 172y — D F By dx
[-11)2)3 [-11)2)3

o BRY: B
=P Y (1-dea(@) + D Y D, B om0

kelpm kely rezd\ {0}

Now, the optimal deconvolution coefficients are easily determined via minimizing each summand with
respect to dy, cf. proof of Lemma 3.1. 0

3.2.2 Gradient, adjoint Gradient and Hessian NFFT
Gradient NFFT

We consider a trigonometric polynomial f as given in (3.5) and aim to evaluate its gradient V f for the
N given nodes x; € T3. The fast algorithm for the efficient approximation of the gradients is known
as gradient NFFT, see [Pip15].

The gradients can be computed by applying the differentiation operator directly in Fourier space,
which gives

Vf(x;) = 2ni Z kf kx5 e B, (3.24)
kely

j=1,...,N. An efficient computation is now possible via the NFFT, see Algorithm 3.1, applied in
each of the single dimensions. In other words, we formally replace the scalar coefficients fi by the
vector values coefficients 2rik fi in Algorithm 3.1, which gives

Vi)~ Vi) =2mi > > kdi fckirom, () 2T TOMOE (3.25)

rez¥kely

This approach is widely known as ik-differentiation. Note that we need to compute three inverse
3d-FFTs in the second step since all sums are vector valued. The corresponding approximation error
measured in the £, norm is given by

I9F = VAl o= [ 195 - VAol dx

(1512
A % ~ 2 ) D
a2 Z |fk|2||k||2(1—dkck(got)) +4n° Z | o Il 11 Z ik sront, (B)-
kely kely rez’\{0}

Differentiation with respect to di shows that the deconvolution coefficients given in (3.17) are also
optimal for the ik gradient NFFT.

In a second variant the differentiation operator is applied to the window function ¢ in the third step
of the algorithm. In other words, we formally replace @, by its gradient V@, in Algorithm 3.1 and
obtain

1 A oA 2T -1 _
Vfu(x)) = § — § di fir 2K WMD) VGG (x; — 1 © M.
|2,
lEIMO ° kEIM

The first and the second step of the described procedure are the same as in Algorithm 3.1, i.e., only
scalar sums have to be evaluated. The step from one to three dimensions has completely been shifted
to the third step. Thus, only one inverse 3d-FFT has to be computed in the second step, while



3.2 FAST EVALUATION OF TRIGONOMETRIC SUMS AT NONEQUISPACED KNOTS 67

three inverse 3d-FFTs are required for the ik -differentiation approach. Replacing the gradient of the
truncated window function by its Fourier representation

V@i(x) = 2ni Z rop (@) eX ' x (3.26)
rez3
yields
Viae) =2mi D > (k + 1 © Mo)dy frcirom, () e E M%) (3.27)
rezi3kely

The approximation error measured in the £,-norm reads as

IVFf =V fall, o= / ; IV£(x) =V fua(x)l|* dx

=121/
A N 2
=4r® 3 LPIkIR (1 - decr(@0)
kE[M
+an? AP D Nk +r 0 MolPdict,pop, (80
kely rez3\{0}

and becomes minimal for the optimal deconvolution coefficients

LIRACD
DUk + 1 0 MolPe} pop, (0

rez3

di =

(3.28)

Note that ||k + r © M,|| > ||k|| for all k € Tp; and r € Z3 \ {0} and thus we expect somewhat larger
approximation errors than in case of ik-differentiation.

Remark 3.3. We remark that the obtained error estimate in case of analytic differentiation is only valid
if the truncated window function ¢ is differentiable on T3. Otherwise, the representation (3.26) is not
valid. 0

Hessian NFFT

Very similarly to the gradient NFFT, we are also able to compute the Hessians
(VYT f(x;) =t (Hf)(x;) e C¥° (3.29)

of the trigonometric polynomial (3.5) at arbitrary nodes x; € T3, j = 1,...,N. Differentiation in
Fourier space yields
(HF)(x,) = _4n? Z kkT f; e2mikTx;
kely
The efficient approximation of the matrices is possible via the NFFT, see Algorithm 3.1, where we
formally replace the scalar coefficients f; € C by the matrix valued coefficients —472kk™ f, € C¥3.
The described ik -differentiation approach results in an approximation of the Hessian matrices by

Hfulxp) = =4n? N k" di fucrsrom, (o) T OMTE (3.30)

rez3kelpy,
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‘We obtain

IHf = H fillZ, = / ICH () = (H fi) (o)l dx
=112

R " 2
=16x* Z | ik T || (1 - dkck(sﬁt))

kE]M
w16r* U IRPIKKTIZ > dic on, (@)
kely rez3\{0}

where we denote by

3
3 3x3
Z laij|?, A= (a;);;., €C e,

i,j=1

IAlle :=

the well known Frobenius norm. The corresponding optimal deconvolution coefficients are again given
by (3.17).

For the analytic differentiation approach we formally replace the window function ¢y by its Hessian
H ¢ in the third step of Algorithm 3.1. The computed approximations are of the form

Hfa(x) = =472 3" 3" (e +1 0 M)k + 1 © Mo)" d frecrom, () ¥Em oMo,

rez3kely,

which is obtained analogously to (3.27). The corresponding approximation error measured in the
Lr-norm

7 = Hfallr, = [

[=1/21)2

. I(H £)(x) = (H fua)(x)II5 dx

R n 2
=167 3" Pk I (1 = deci(@0)
kely

1678 3 el D Mtk + 7 0 Mo)ke + 1 © Mo)TIRdZ e, 001, (5)
kely rez’\{0}

adopts its minimum for the optimal deconvolution coefficients

P ek |2k (@)
k = .
DItk + 7 © Mo)(k + 1 © Mo)IReR . ops, (F0)

rez?

We remark again that the analytic differentiation approach is computationally less demanding, since
we have to compute only one inverse 3d-FFT in the second step of the algorithm, whereas, if symmetry
properties are utilized, six different inverse 3d-FFTs are required for the ik -differentiation approach.
Adjoint gradient NFFT

For the given vector valued coeflicients f ;€ C3, j=1,...,N, we consider the sums

N N
hk) = Z fTVy, e 25 o Z [TV e 2k e C. (3.31)
- o

X=X
J j /
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We refer to the efficient approximation of these sums as the adjoint gradient NFFT. The fast evaluation
can be realized as follows. If the differentiation operators are directly applied in Fourier space, we

obtain
N

hik) = =2i )" fTk e 27k,

j=1
Following the ik-differentiation approach, we formally replace the scalar coefficients f; € C by the

vectors f; € C3 in Algorithm 3.2. The obtained vectors are multiplied by —2xik afterward, i.e., for
all k € Ips we finally set

N
hic(k) 1= ~2midigfk = =2midek™ ) ) f jcreron (§) e T ETOMITE (3.3)
rez’ j=1

where the computed Fourier coefficients are now vector valued, i.e., &, € C>.
For the analytic differentiation approach we formally replace f;@, by fJTVQEt in the first step of
Algorithm 3.2 and obtain the approximations

N
haa(k) = =2midi Y 3 (k + 17 © Mo)' f jchsron, (@) e mk oM. (333)
rez’ j=1

Remark 3.4 (Operator notation). We consider the operator 75 : CHM | — C3 defined via

Te : (fidkery = 21t ). ki ek,
kE]M

The adjoint operator 7,* : C3 — ClM | is given by

g (2 . Tk —Zﬂika) )
iy (2niyTk e kers

We approximate this operator via

T~ Ty = (—27TiCZkJ’Tk Z Ce+roM,(Pr) e_zni(k”@M")Tx)
kEIM

rez3
or

T~ Tig iy P (—2mcik D YTk + 1 © Mo)ekirom, (&) e—z’f“’”’@W") :
kEIM

rez?
respectively. In case of ik-differentiation we easily compute

[ Ty =Tl =4 Y 1y Tk - (@)
[='/2'2)3 ’
? kelpy

4?3 TP om, (B0
kelpy rez’\{0}

for which again the optimal deconvolution coefficients are given by (3.17).
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The approximation error for the analytic differentiation reads as

[T = T lPax =ax® Y 15Tk - deag0)
T kelpy

+an? 30 3 Iyl + 1 0 Mo)Pdi et op, (0.
kely rez3\{0}

Consequently, the optimal deconvolution coefficients, which may again be determined by differentiating
with respect to dy for each k € Iy, depend on y € C3. Considering the worst case error

/T T = TlPax <4y IP Y kIR - dec(g)?
) kEIM

+anlllyl® >0 D ke + 1 © MollPdicg y op, (F0:
kelpy rez’\{0}

the optimal deconvolution coefficients are the same as found for the gradient NFFT with analytic
differentiation, see (3.28). L]

3.3 Window functions and error estimates

The basic concept of the NFFT algorithm was introduced in Section 3.2.1. A key element of the
method is the so called window function, which is used to map the arbitrarily spaced knots onto a
regular grid. In three dimensions we use a tensor product scheme, see (3.8), to define the window
function. Thus, the Fourier coefficients of the periodization ¢ have the form

3
(@) = | |e(@), ke’ (3.34)
j=1

Also the derivatives are obtained easily based on the one-dimensional case via
AN EAEAS 0\
(o) (7] () w=T1(55) e

The evaluation of the underlying sums is only able in an efficient way if the window function is well
localized in spatial as well as in Fourier domain. In case that the window function is not compactly
supported we use a truncated version with

3
supp(¢y) = ®[—’”/0—ij, Moim;l,  m < M, (3.35)
j=1
instead, see (3.10). In the following we introduce possible window functions. In order to estimate the
approximation errors as introduced in (3.18) and (3.19), we consider the one-dimensional case in the
following and derive estimates of the error sums
2 ~
Cvrom (Bh)
D, e (3.36)
remoy  SiP)

for the different window functions. The multivariate case is revisited in Section 3.3.2.
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B-spline

We define the centered cardinal B-splines via

B(x) = {1 Lx € [=1 1)),

0 :else,

andforn e N, n > 1,
1/2
B0 = Bua() 2 By = [ Bt
The number n € N is called order of the B-spline and determines the size of the support, which is
supp(B,,) = [-"/2,"/2]. Within the three dimensional NFFT the B-spline window function is commonly

defined via
3

p(x) = | | BamloyM;x;), (3.37)
j=1
cf. [Bey95, Ste98, PS03]. Note that the introduced B-spline window is inherently compactly supported,
i.e., ¢ = @, and that the parameter m € N equals the NFFT support parameter, see (3.10) and (3.35).
The Fourier coefficients of the periodic function ¢ with respect to the single dimensions j € {1,2, 3}
are given by

k
cx(@j) = - _sinczm (ﬂ—), keZ,

where we denote by

sin x . 0
b

sinc(x) := {1"

the well-known cardinal sine function. The Fourier coefficients of the window function in three
dimensions are obtained via the tensor product approach based on the one-dimensional case, see
(3.34).

The one-dimensional error sums (3.36) can be estimated as follows.

Theorem 3.5. For the B-spline window as defined in (3.37) we have

k| 4m

k 4m
> (:’i) L Sm “‘:l"M"l = s;(k),  (3.38)

—— 4+ 7r - 4m - 1
oiM;j oiM;

) ~
Z Ck+r0'ij((pj) _

2/~
reZ\ {0} (&) reZ\ {0}

Proof. The result is obtained via estimating the infinite sum from above by an integral, see [Ste98]. W

Remark 3.6 (Arbitrary precision). It can be seen easily that for o; = 1, i.e., oversampling is not
allowed, we may not always be able to achieve an arbitrary desired accuracy. As an example, for
k =M/ and o; = 1 we obtain

4m

k 1 4dm 1 4m
ojM; 2 2
_— = 2 :1’
I I v I e

rezZ\{0} O'ij rez\{0}

i.e., we can not force the error sum to approach the value 0.
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On the other hand, an arbitrary precision can always be achieved by allowing o; > 1, since

4m
K=k 8m 1
k <

sik) < 4m—1(20'j—1)

The upper limit tends to zero with growing m for fixed o; > 1. 0

For the (adjoint) gradient as well as for the Hessian NFFT we need the derivatives of the window
function in case of analytic differentiation. The derivatives are given by

¢i(x) = o M; - | Bam-1(0jMjx + ' 2) = Bay-1 (0 Mjx = '/2)] ,
th'.'(x) = 0'J~2Mj2 . [BZm—Z(O_jMix + 1) — ZBzm_z(O'ijx) + Bzm_z(O'ijx - 1)] ,

see also [Pip15].

Modified B-spline
We introduce a shape parameter b € /2N and define the modified B-spline window via
p(x) = ﬁ Bap (Uijxj)
j=1 m

cf. [Nesl6a]. The support is the same as for the standard B-spline window, but the order 2b € N is
allowed to vary. For the Fourier coefficients in the single dimensions j € {1, 2,3} we obtain

5) = —"ginc? [Tk
c(@)) = Uijbs1nc (o-ijb) .

Obviously, the case b = m corresponds to the classical B-spline window, as introduced before.
For oj = 1 we have for k € {-Mifo, ..., Mi]}

mnk c [ mmn mrn c ) b m
T AL AL |l = _ﬂ,ﬂ- = > A
oMb 2b° 2b 2

i.e., for b < m/> some of the Fourier coefficients might be equal or very close to zero, so that the usage
of the deconvolution coefficients (3.14) will lead to numerical instabilities. Thus, we will restrict our
considerations to the case b > /> in the following.

Note that different shape parameters b; may be applied in the single dimensions, but for the sake of
simplicity we assume the same shape parameter b to be applied in all dimensions. This also applies
for the Bessel and the Gaussian window function, which are introduced later on.

Theorem 3.7. For R € N we have for the modified B-spline window

et )~ ()™

ojM;j

Z Ci%+m-M-("5J') < 2m22 2 4b
ISR Y oMb (Z2)"7 (4b - 1)



3.3 WINDOW FUNCTIONS AND ERROR ESTIMATES 73

Proof. We obtain

2

2 ~y_ _m Z . 4b (mr |k
Z Ck+r0'ij(‘10.l) - 2 M2 Sinc ( b [Uij +r])
|F|>R J |r|>R
m? 1
) 252 Z 4b
o-M: mo \4b k
MO R () (G 4

Since ¥Jo;m; € [<1/2,1/2) and |r| > 1 the expression

1 1
4b + 4b
k_ +r k_
ojM;j ojM;

is monotonically decreasing in r € N. Thus we can estimate the series from above by an integral as
follows.

oty T oty T o M;
1 1 1
Tab-1 B 4b—1 P 4b—1
(UJM/‘ * R) (‘TfMj B R)
|
Corollary 3.8. In summary, we can write in case of the modified B-spline window
2 ~
Ck+r0',- Mj ("D])
D, =5k
reoy S(85)
with
) 3 . 1-4b . 1-4b
Cktro;M; (%) 1 ("'.iM.i * Rk) B ("'.iMj B Rk)
5;(k) = Z e + - - (3.39)
o<iTere (%)) sinc*? (%) (ZE)7 4b-1)

for some Ry € N,

In our numerical tests, see Example 3.9 and Section 3.3.1, we compute for each k the upper bound
sj(k), where we start with Ry := 1 and increase Ry step by step until the remainder of the series is
comparatively small.

Example 3.9. In Figure 3.1 we plot the estimates s;(k), as given in (3.39), with respect to l/o;m; €
[0, /2], where we set m := 4. We consider different shape parameters b > /> =2, b € 1LN. For b = m
we plot the estimate (3.38), instead.

We have limy_,¢ s;(k) = 0 only for b = m. Consequently, the standard B-spline window will be the
optimal choice in case that the terms for £ = 0 are dominating the approximation error, cf. (3.18).
This is especially the case if the Fourier coefficients f; tend to zero very fast. If all coefficients fi,
k € Iy, are of a comparable size, we expect that a shape parameter b < m gives the best results. This
has been verified by numerical tests, see Section 3.3.1. U
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10715 |,

10720 | | | \
0 0.1 0.2 0.3 0.4 0.5
Kl /oy m;

Figure 3.1: Upper bounds s;(k) for the modified B-spline window with respect to *l/o;a; € [0, 1/2]. We
applied the support parameter m = 4 and different shape parameters b € !2N.

Bessel

For some shape parameter b > 0 we define the Bessel window function via

J

3
1 [ 517 5
(,D(x) = l_ll EIO (b m2 - O—JZMJZ'XJZ) ' X[_m/lf/M,,m/‘r/MyJ('xj)
cf. [Kai66, Fou03, JIMNMO1, Pip15], where we denote by I,, the modified Bessel function

1 T
I,(x) = —/ e %! cos(nt) dt
T Jo

of order n € Ny. Note that the window function is by definition already compactly supported with
support (3.35).

The Fourier coefficients of its periodization are given by

sinh (m.[b? — 4n2k2? /(02 M?)
( \/ 7 ) :|k|sajé\?b’
2 _ 2712 2402
i, \/b 4m2k2 (o2 M?)

m sinc (m\/47r2k2/(0'12Mj2) - b2) : else.

Ck(Saj) =

(3.40)

|k ]

ojiM;

Theorem 3.10. For some R € N, R >

+ 23, we have for the Bessel window function
T

+In
drh

27 (I*l/o;m;+R)+b
27n(%l/o; m;+R)—b

In 27 (/o —R)=b
) - 1 2 (Mo, —R)+b
D oy, (8)) <
k+roiM;\7J] o2 M?
Ir|>R 7
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Ikl

Proof. If we choose R > - + 2’; , we obtain
2 m’ N 2
D oy #) = s 7 sin® (AR (i, 5 17— B2)
S oMy IRy

2 2 2 2
M] ,ZR:H 4 (\kl/(,M + )2 —

1 / dr
o2M2 Jr AR (Mo £ 1) = b2

) 27 (*/o-;m;—R) dr
T I =
270 (Wfom,+R) =0 re=b

2 (kl/o; m;+R)+b

where

‘/w dr 1
272K/, 51~ R)—b

In |55 —Ry75 | + 10| 2w s R
- 4rth :
|
Corollary 3.11. In summary, we can write for the Bessel window function
2 -
Ck+r0',-Mj (‘10])
— o <s5k)
ci(@5)
reZ\{0} \Pj
with
2 ~ 27 (klfo; m;—R)—b 27 (l/er; 1,4+ R)+b
Ck+ro—ij(‘pj) 1 In 372 o, —R) 7D +1In P (A
S](k) = Z > + — . (341)
o<irer.  C(#)) (¢7) 4bo M
_kl b
for some Ry € N, Ry > Fnn + L

In case of analytic differentiation for the different NFFT modules, as presented in Section 3.2.2, we
need the first as well as the second derivatives. For the Bessel function /Iy we get

1 T
Ij(x) = — / e* %t costdt = I1(x),
T Jo

1 [" 1 [r 1 [" 1
I (x) == / e¥ T cos? tdr = —/ e¥ el dr — — / e* S sint - sintdt = In(x) — _1(x)
T Jo T Jo T Jo X
by partial integration. For the Bessel window function as defined above we obtain for the single

dimensions

Ii(bri(x
_M boi M x - x| # ™o,
=1 2w
J bsz'ij
_T X = im/(rij,

where we set r;(x) := Jm? - 2M 2x2, see also [Pip15]. The limit lim,_,o == Il(x) 2 is easily obtained

via I’Hospital. Note that the functlon ¢j is only differentiable on the 1nterva1 (=mfo;M;, =" [o;m;). The
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obtained derivative can be extended to a continuous function on the closed interval, since the one-sided
limits exist.
For the second derivative we get in an analogue manner

boiM?

i L (bri(x
/ 12 (bo-?Mijzlo(brj(x)) - m (o-fszxz + mz)) x| # Moy,
<p'-'(x) — 2rj(x) rj(x)
PO e poim?
16 - 4 . |X| = /rrij.

Note that we can rewrite the second derivative for |x| # "/o;m; as

bO'szj2
> (—bIg(brj(x)) +

bl (brj(x)) 3,2 Lo(brj(x)) 3,2 Il(brj(x)))
brj(x) b’ri(x)? b3rj(x)3

and in order to compute the limit for x — +"/s;m; it remains to calculate

Io(x) = 211(x) L[ excost(1 - 2sin® )dt
lim ——* " = lim =

1
x—0 x2 x—0 x2 8’

which is again obtained via I’'Hospital.

Remark 3.12. As already pointed out in Remark 3.3, the presented error estimates for the analytic
differentiation approach are only valid for differentiable window functions. This is due to the fact that
the relation

k(@) = 2mik ci(@)),

which is exploited in order to obtain (3.27), does not hold in case of non differentiable functions.
Analytic differentiation is nevertheless applicable. In case of the Bessel window function we obtain
by partial integration

2rkm . B
o, ) + 2mik cx(@)).

ck(gﬁj'-) =—i sin(
Since the partial derivatives are still piecewise continuous, the Fourier coefficients tend to zero as well,
which is a consequence of the well-known Riemann-Lebesgue lemma. Indeed, in case of the Bessel
window function we have, cf. (3.40),

1 (27rkm

N r ’
ck(@)) sin (Tij) ask — oo

2k

and thus ck(gﬁj’.) — 0ask — oo, O

Window functions without compact support

In the case that the window function is not compactly supported we simply replace the function by a
truncated version so that the same error formulas are valid, see (3.18) and (3.19).
As an example we consider the Gaussian window function

3
1 _
o) = [ | e
\Y/4

J=1
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The Fourier coefficients in the single dimensions are given by

1 21270202
(@) = — e PRI,
oM
where b > 0 denotes again the so called shape parameter.
In case of the truncated version, see (3.10), the Fourier coefficients read as

" for; M;

2np2 .2 e_bnzkz/(U?M?)
oM - i
e TIMi b g 2mikxgy = Z " Re

1
(@) = —— /
b V]Tb —’"/(T,M, O-]M]

and tend to zero in k only with order 1.
The estimation of the error sums

Vb oiM;

erf (ﬂ + iﬂk\/z)]

2 ~
Z Ck+r0']-M]- (QDLJ)

rezZ\{0}

proves to be particularly difficult due to the presence of the complex valued error function. For other
not compactly supported window functions we expect similarly complicated expressions.
In our numerical examples we simply set
2 ~ 2 ~
Cr .M.(‘pt,j) Cr .M.(SDL]')
s Y T k), (3.42)
reZ\{0} i (@) 0<ir|<Ry i (@)

i.e., we truncate the sums at |r| = Ry, where we choose Ry € N large enough.

Remark 3.13. Commonly, see [PSTO1] for instance, the NFFT deconvolution step is performed by
using the Fourier coefficients ci(@;) of the non truncated function, i.e., we set dy = Cr (@) in (3.16)
and obtain

A Dt 2 02+r (@)
1F=£l2= S AP (1_%”)) Py Gerow @)

~ 2 ~
oy cx () r ez {0} ck(go)

In other words, we obtain a fundamentally different representation of the approximation error, compared
to (3.18), if the Fourier coefficients of the non truncated Gaussian are used. L]

Remark 3.14. Alternatively, we may separate the resulting approximation error as follows. We have

fx)= ) mex—-loMN)+ > aG-@)x-1oM,"

lelp, lelpy,
PN _ . - o ~
= > dii Y chron, (@) FETOMIE LN oG- g)(x — Lo M)
kelym rez’ lelp,

and thus
f(x) = fa(x) = Ea(x) + Ey(x),
cf. [Ste98], where we define the aliasing error

E.(x) := Z f;{ ek x _ Z Cikf;c Z Ck+r®M0(95) eZni(k+r®M0)Tx

kely kelpy rez3
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as well as the truncation error

E(®) = ), a@-g)x-1oM").

IGIMO
The Fourier space representation of the aliasing sum is favorable for the computation of the £,-norm,
which is given by
R N )2 N .
1B, = D) 1A (1-dea@) + D) 1AP Y. deom, @,
kely kelpy rez3\{0}

see the proof of Lemma 3.1.
In order to predict the aliasing error, we need to estimate the sums

1 2 -1
2 ~\ -bn koM
Z Ck+r®M0(‘10) - |I | Z e n s

rez’\ {0} Mol 75\ (0y

which is possible based on estimating the infinite sum by an integral, see [Ste98]. However, in order
to predict the total error, we need to accurately estimate the truncation error E in the £,-norm, which
is by no means straight forward. We remark that the truncation error is typically estimated by using
the infinity norm, see [Ste98] for instance. L]

3.3.1 One-dimensional setting

We presented estimates of the form

2 ~
Z —c"”,j M @) < s(k) (3.43)
reZ\ {0} (¢

for the different window functions, see (3.38), (3.39), (3.41) and (3.42). Note that we omit the indices
j in this section since we are in a one-dimensional setting, i.e., we consider the approximation of
univariate trigonometric polynomials

Mp—1

f(x) — Z f;{ebrikx.

k=—M/,

Of course, the work flows of the Algorithms 3.1 (NFFT) and 3.2 (adjoint NFFT) as well as the error
estimates, cf. (3.18) and (3.19), are basically the same. We obtain the following estimates by making
use of the upper limits s(k).

Mp—1

o N 1
D WalPs(ky for dy = ——, (3.44)
k=-M}, Ck(()ot)
Af2 = = ol <9 sy © "
A S A C
Z |fk|21 +S(k) for dy := Z“C.Zk—(ptm (345)
k=—M/, g k+roM Pt

The second estimate is obtained based on the fact that the function y(x) := x-(1+x)~! is monotonically
increasing for x := c,;z(gﬁ) 2reZ\ {0} CI%+ro-M (¢) > 0.
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In the following examples we consider two different sets of Fourier coefficients, namely

A

fk = k € _[64, (346)

1+ k%
and

A 2

froi= KB ke Iy (3.47)

Note that the coefficients (3.47) tend to zero exponentially fast for growing |/, i.e., for large values of
|k| the factors f; only have an insignificant influence on the overall error. In contrast, the coefficients
(3.46) tend to zero rather slowly.

We used a simple implementation of the univariate NFFT in MATLAB in order to verify the
theoretical estimates. In order to measure the actual errors, we considered N = 500 randomly chosen
nodes x; € [~!/2,1/2) and computed

1

Mz

Af? ~ [£(x) - £l (3.48)

Jj=1

where f(x;) are the exact values of the trigonometric polynomial and f.(x;) denote the approximate
values computed by the univariate NFFT. This can be understood as a simple Monte Carlo ansatz
[KWS86] for the approximation of the integral || f — f-||*.

In case of the modified B-spline, the Bessel or the Gaussian window function, the choice of the
shape parameter b influences the resulting accuracy a lot. The shape parameter may be chosen
appropriately based on the above discussed error estimates, which is also considered in the following
numerical examples. Instead of minimizing a worst case error, see [Ste98, DS99, PS03, GL04, Jac09]
for instance, we optimize the shape of the window function based on the given Fourier coefficients.
The considered numerical examples have already been presented in [Nes16a].

Remark 3.15 (Relative errors). Commonly, one is also interested in a relative error measure. In case
of estimating the error in the £;-norm we may take into consideration the relative error

A
Afrel = 2 ?
1712,
where we can compute || f Hsz via
Mp—]
I, = D
k=—M}

provided that the Fourier coefficients f; are known. For the two considered sets of Fourier coefficients
we obtain

/117, ~ 1.61 & Af2~6.20-107"[|f - fell7, for fi defined via (3.46),

and
1117, ~2.80 & Af2 ~3.57-107"||f - fill, for fi defined via (3.47).

Thus, in order to estimate the resulting relative approximation errors we have to multiply the absolute
errors, as presented in the following examples, by a factor of 6.2 - 10~ or 3.57 - 10~!, respectively. [
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B-spline

In Figure 3.2 we plot the estimated errors (3.44) and (3.45) for the B-spline window, where we
considered different support parameters m and oversampling factors . The estimates s(k) were
computed via (3.38). We also plot the measured errors (3.48), obtained by applying the standard
deconvolution approach. Note that the estimates regarding the two deconvolution approaches do not
significantly differ. A small difference is obtained for the slowly decreasing coefficients (3.47) in case
that no oversampling is applied, i.e., o = 1.

It can be seen that the measured errors match very well with the computed estimates. A higher
accuracy is achieved by using a larger support parameter m, i.e., a B-spline of a higher order, or by
applying an oversampling factor o > 1. Note that in case of the fast decreasing Fourier coefficients
(3.47) the errors are already very small even without oversampling.

1075 g 1078 1
e
107 ; ; 10—13 = N
il - 1
) 10_9 E E )
10—]0 ; é ]0—23 - |
10_”;—0'21 é —o=1 .
Fl—o =1.25 1 28 —o =125 ®
1012 L T T ! ! ! [ 10 - T I ! ! ! L
2 3 4 5 6 7 8 2 3 4 5 6 7 8
support parameter m support parameter m

Figure 3.2: Predicted quadratic errors (3.44), marked by o, and (3.45), represented by =, for the B-spline
window function. We consider the Fourier coeflicients (3.46) and (3.47), from left to right.
The corresponding measured errors (standard deconvolution) are represented by the red
dashed lines.

Modified B-spline

In Figure 3.3 we plot the estimated errors (3.44) and (3.45) for the modified B-spline window, where
we applied the support parameter m = 4. We considered different shape parameters b € 12N, b > ™/,
as well as different oversampling factors o-. The estimates s(k) were computed via (3.39) for b # m
and via (3.38) in the case b = m.

The standard B-spline window, where b = m, seems to be the optimal choice in case of fast decreasing
coeflicients. For the slowly decreasing coefficients (3.47) the choice of a shape parameter b < m can
lead to significantly smaller approximation errors, as already mentioned in Example 3.9.

Based on the results we suggest the following simple procedure in order to tune the shape parameter
b, cf. [Nesl6a].
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Figure 3.3: Predicted quadratic errors (3.44), marked by o, and (3.45), represented by *, for the
modified B-spline window function with support parameter m = 4. We consider the
Fourier coeflicients (3.46) and (3.47), from left to right. The corresponding measured
errors (standard deconvolution) are represented by the red dashed lines.

Algorithm 3.3 (Shape parameter tuning for B-splines).
Input: Fourier coefficients fi, k € Iys, support parameter m € N, oversampling factor o > 1.

i) Set bop := m and compute the resulting approximation error via (3.44) or (3.45).

ii) Decrease bop step by step, i.e., bopt +> bopt — /2, as long as the predicted approximation error
decreases.

Output: Optimal shape parameter by, and approximate error A f 2, U

Bessel window

The numerical results, presented in the following, give an impression of how the shape parameter b
influences the resulting approximation errors in case of the Bessel window function. In Figure 3.4 we
plot the estimated errors (3.44) and (3.45) with respect to the shape parameter b € R, where we applied
the support parameter m = 4. The estimates s(k) were obtained based on (3.41).

It can be seen that the size of the approximation error is highly influenced by the shape parameter b.
Furthermore, it strongly depends on the Fourier coefficients f; which shape parameter will be optimal.
Again, the difference between the two deconvolution approaches is only visible for slowly decreasing
Fourier coefficients for o = 1. The measured errors coincide with the predicted errors.

We remark that commonly the shape parameter

bo:

20 — 1 3.1416 :0 =1,
_Qo-Dr { o (3.49)

o 3.7699 0 =1.25

is applied, see [PS03, Appendix].

The optimal shape parameters, cf. Figure 3.4, are very close to the suggested standard values (3.49)
for the slowly decreasing Fourier coefficients (3.46). In contrast, in case of the exponentially decreasing
coeflicients (3.47) the optimal shape parameters adopt fundamentally different values.
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Figure 3.4: Predicted quadratic errors (3.44), marked by o, and (3.45), represented by *, for the Bessel
window function with support parameter m = 4. We consider the Fourier coefficients (3.46)
and (3.47), from left to right. The corresponding measured errors (standard deconvolution)
are represented by the red dashed lines.

We suppose that in many cases the error depends on the shape parameter b as depicted in Figure 3.4
for the coefficients (3.47). That is, that the error increases with growing distance |b — by | from the
uniquely determined optimal shape parameter b,,.. Based on this assumption, we suggest the following
simple bisection procedure in order to tune the shape parameter b, cf. [Nesl6a]. The same method
is going to be applied in case of the Gaussian window function. We remark that the variability of the
shape parameter for the Bessel window has also been studied in [FS03], where the underlying Fourier
coefficients could not be taken into account.

Algorithm 3.4 (Shape parameter tuning for Bessel and Gauss).
Input: Fourier coefficients fi, k € Iy, support parameter m € N, oversampling factor o > 1.

i) Set bop := by, cf. (3.49) or (3.50).
ii) Start with step size d := /2 bop.

iii) Set Dief; := bopt — d and byignt := bopy + d. Compute the three resulting approximation errors via
(3.44) or (3.45). Determine the new value for bgy.

iv) If the old and the new b, coincide, choose a smaller step size via d +— /2.
v) Repeat iii) and iv) until the optimal error does not change significantly anymore.

Output: Optimal shape parameter by, and approximate error A f 2, L]

We applied Algorithm 3.4 in order to determine the optimal shape parameter for the Bessel window
function. For this purpose, we considered different values for the support parameter m and the
oversampling factor 0. The obtained optimal shape parameters are listed in Table 3.1. In the case
m = 4 we determine the optimal shape parameters, which are also nearly identifiable based on the
results plotted in Figure 3.4. The optimal shape parameters are in general closer to the suggested
standard value by, see (3.49), for the slowly decreasing coefficients (3.46). Substantially different
optimal shape parameters have been obtained in case of the fast decreasing coefficients (3.47).
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Gaussian

Coeflicients (3.46) || Coefficients (3.47)
o=1|0c=125| oc=1 | oc=1.25
4.0743 | 5.0364 5.5101 | 5.5776
3.1416 | 4.0350 5.3751 | 5.6015
3.1539 | 3.8067 5.2094 | 5.4597
3.1907 | 3.7294 5.0437 | 5.3622
3.2398 | 3.7340 4.8781 | 5.2462
3.2398 | 3.6705 47063 | 5.1358
3.3379 | 3.6862 45406 | 5.0216

I3 IS S8
1]
0NN AW

Table 3.1: Tuned optimal shape parameters for the Bessel window.

We proceeded analogously to the Bessel window and examined the influence of the shape parameter
b on the resulting approximation errors. In Figure 3.5 we plot the estimated errors (3.44) and (3.45)
for the truncated Gaussian, where we applied the support parameter m = 4. The estimates s(k) were
obtained based on (3.42). In order to evaluate the complex valued error function we made use of the
Faddeeva package [JCW] in MATLAB.
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E E 10_3 L @ |
g £ 1075 1
. N

E E| <

B 18 107} .
E £ 5

E i 10—9 L |
E E P —o=1

@B & —o =125
E ! ! I E 10°11 L ! ! I =
1 2 3 4 1 2 3 4
shape parameter b shape parameter b

Predicted quadratic errors (3.44), marked by o, and (3.45), represented by =, for the Gaussian
window function with support parameter m = 4. We consider the Fourier coefficients (3.46)
and (3.47), from left to right. The corresponding measured errors (standard deconvolution)
are represented by the red dashed lines.

Again, the results obtained with the optimized deconvolution approach are negligibly better. If the
Fourier coeflicients tend to zero rapidly or in case of oversampling, the optimal errors concerning
the two deconvolution approaches coincide. For large values of the shape parameter b some Fourier
coefficients ¢ () are close to a zero point and thus the error plot may yield some unexpected jumps
in case of the standard deconvolution approach, see left hand side of Figure 3.5.

We remark that commonly the shape parameter is chosen via

2
g _m (3.50)

by := ,
0 20-1n
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see [Ste98, DS99, GLO04]. For the parameters m = 4 and o € {1, 1.25}, as considered in this example,
the standard shape parameters adopt the following values.

(25465 im=40=1,
7121221 :m=4.0=125.

As depicted in Figure 3.5, the optimal shape parameters are close to the suggested standard values
bg only in case of slowly decreasing Fourier coeflicients. For the rapidly decreasing coefficients
the optimal shape parameters adopt significantly different values, as already observed for the Bessel
window function.

Commonly, the Fourier coefficients of the non truncated Gaussian are used in NFFT methods, i.e.,
dy = c,;l(tp), see Remark 3.13. We considered also this deconvolution approach and estimated the
resulting approximation errors via

& (@)’ Ctarom (@)
Af= ) AP (1 s (“’f)) vy,
k=—M ), a3 remioy (P)
Mph—1 2 2 ~
A c ¢ (&0
~ > AP (1— "("Df)) vy M T (3.51)
:_M/2 Ck(QO) O<|V|SRk ck(‘p)
The results are given in Figure 3.6.
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Figure 3.6: Predicted quadratic errors (3.44), marked by o, and (3.51), represented by x, for the Gaussian
window function with support parameter m = 4. We consider the Fourier coefficients (3.46)
and (3.47), from left to right. The corresponding measured errors are represented by the
red dashed lines.

The optimal errors based on the deconvolution dj := c,;l(tﬁt) are marginally better than those
obtained by setting dy := c,;l (@). Again, for rapidly decreasing Fourier coefficients the difference is
not visible at all.

If the error behaves as depicted for the rapidly decreasing Fourier coefficients, the optimal shape
parameter by can be determined via Algorithm 3.4. We applied Algorithm 3.4 in order to tune by
for the Gaussian window function, where we considered different values for the support parameter
m and the oversampling factor 0. The obtained optimal shape parameters are given in Table 3.2.
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Again, we obtain agreement with the results plotted in Figure 3.5 for m = 4. In general, the tuned
optimal shape parameters are closer to the suggested standard values for slowly decreasing coefficients.
Fundamentally different results are obtained if the Fourier coefficients tend to zero rapidly.

Coefficients (3.46) || Coeflicients (3.47) Standard values
oc=1|0c=125|| oc=1|0c=125| o=1 | c=1.25
0.7759 | 0.7626 0.7709 | 0.7647 1.2732 | 1.0610
1.6114 | 1.2434 1.1116 | 1.1004 1.9099 | 1.5915
2.4669 | 1.8900 1.4672 | 1.4382 2.5465 | 2.1221
3.3323 | 2.5697 1.8278 | 1.7822 3.1831 | 2.6526
3.7600 | 3.2453 2.1934 | 2.1324 3.8197 | 3.1831
4.5956 | 3.8297 2.5763 | 2.4878 4.4563 | 3.7136
49338 | 4.4762 2.9692 | 2.8474 5.0930 | 4.2441

I I3 FSI S
Il
I - NV R I

Table 3.2: Tuned optimal shape parameters as well as suggested standard values by, see (3.50), for the
Gaussian window.

Comparison of the different window functions and summary

As a short summary we consider all introduced window functions, namely the (modified) B-spline,
the Bessel as well as the Gaussian window function, and compare the resulting approximation errors.
In Figure 3.7 we plot the predicted approximation errors for all window functions, where we applied
different combinations of the parameters m and o-. The shape parameters were tuned automatically via
Algorithm 3.3 or Algorithm 3.4. Obviously, the Bessel window yields the smallest error in most cases.
For the fast decreasing coeflicients (3.47), the B-spline window performs better if a small support
parameter m is applied.
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Figure 3.7: Comparison of the predicted approximation errors (3.44) for the different window functions.
We consider the Fourier coefficients (3.46) and (3.47), from left to right, and plot the error
with respect to the support parameter m as well as for different oversampling factors o
The optimal shape parameters have been determined via Algorithm 3.3 or Algorithm 3.4,
respectively.
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3.3.2 The multivariate case

In order to discuss later the approximation errors regarding the 3d-periodic fast Ewald summation, see
Section 4.3, we now pay attention to the three dimensional case. Analogously to the univariate setting,
we assume the Fourier coefficients f; to be known. Of course, this is not the case in all possible
applications, but in case of the 3d-periodic Coulomb problem the Fourier coefficients are well known,
see Section 2.2.1 and especially (2.31).

We aim to predict the resulting approximation errors accurately and, in addition, as efficiently as
possible. We will see that a tensor product structure of the Fourier coefficients f; is particularly
advantageous.

Since the Fourier coefficients of the NFFT window function are of a tensor product structure, cf.
(3.34), we can separate the estimation of the error sums regarding the single dimensions as follows. In
case of the standard deconvolution (3.14) we obtain

VEFAAEEIRT Y

2 ~
kel rezi\ {0} ¢ (@)

2 ~
k+r oM, (Sot)

3
< DT RP|] ]+ stk -1 (3.52)
kely j=1
3

= DUIAP D sit)+ > silhk)s (k) + sik)sa(ka)ss(ks) |, (3.53)

kelm J=1 J1<j2
where we use the upper bounds

Ck+r¢i sz (95'[,]) (k)
20~ = 2J\)
reZ\ {0} (@)

depending on the given window function.

The computation of the resulting error is now possible very efficiently with only O(M; + M, + M3)
arithmetic operations, if also the squared Fourier coefficients | fy|? are of a tensor product structure,
see Example 3.16. If the three dimensions are not separable, the numerical complexity for predicting
the L-error via evaluating (3.53) is O(M M, M3), which roughly corresponds to the complexity of the
NFFT itself.

In the following we consider only the B-spline window function, for which the upper bounds s;(k;)
are given in (3.38). The presented estimates have been verified based on a simple implementation of
the trivariate NFFT in MATLAB. In order to measure the actual approximation error, we considered
N = 10° randomly chosen nodes x 7» uniquely distributed in T3, and evaluated (3.48).

Example 3.16. We consider the coeflicients
fo= e E ke Iy, (3.54)

where @ € R. The fast evaluation of the resulting approximation error (3.53) is straight forward since
the three dimensions can be separated via

f;cz _ o207k _ e—202k12 .

22 22
e —2ak; | e—ZQ k3 )

€
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If M = (M,M,M)" and the same oversampling factor ¢ is applied in all three dimensions, we only
have to compute the two sums

Mp—1 Mp—1

4dm
—2a2k? 8m |k| —2a2k?
= d R:= , .
s Z/ an k;/z4m_1 (lkl—aM e (3.55)

in case of the B-spline window, and the error is estimated via
If = fllg, <3S°R+3SR*+ R°. (3.56)

In the non cubic case with M = (M;, M,, M3), the computation of six sums S;, R;, where j € {1,2,3},
is required. The estimate has been verified based on a numerical example in MATLAB, where we set
a :=0.2and M := (64,64,64) in (3.54). A comparison of the measured errors with the computed
estimates (3.56) for different support parameters m and oversampling factors o is given in Figure 3.8.
The actual errors can be estimated from above fairly well, where we notice a deviation factor less than
2.5, approximately. 0

Example 3.17. We consider the coefficients
A 1 1
fi{ .

= 2= 2. 2.2
1+ k| L+ ki + k5 + k5

k € Iy, (3.57)

which are not of a tensor product structure. Thus, the direct computation of the approximation error
(3.53) would require O(M| M, M3) arithmetic operations.

In the following we consider the case M = (M, M, M)" with M = 64 and proceed as follows in
order to estimate the errors more efficiently. Note that we have 1 < 1 + ||k|> < 1 + 3 -32% = 3073.
Suppose that we have given an approximation of the function f(x) = x~2 by a short sum of exponential
terms, i.e.,

1 n
- = E c; e, (3.58)
X

i=1

which holds for every x € [1,3073]. Based on this we are able to approximate the squared Fourier
coefficients via

P —
(1+1k12)? <

2,.122.72
Ci e—w[ E_wi(kl +k2+k3)
1

for all k € Ips, M = (64,64, 64). Then, we only have to compute the 2n sums

Mph—] Mp—1

S . _wikZ d R . 8m |k| 4m —wik2
T T () B

where i € {1,...,n}, and the error can be approximated by
n
If = £l = > e (3S§R,~ + 3SR + Rf), (3.59)
i=1

which only requires O(nM) instead of O(M?) arithmetic operations. The computation of an approx-
imation of the form (3.58) is possible based on the ESPRIT method [RK89], a Prony like method
[PT13] or the Remez algorithm, as presented in [Hac(05], for instance.



88 3 NONEQUISPACED FAST FOURIER TRANSFORMS IN THREE VARIABLES

Note that [Hac05] serves a variety of such approximations for the function f(x) = x~!

others. We consider an approximation of the form

, amongst

| =

n
~ Z &Ge @i*  xe[l4-107],
i=1

where atleastn = 7 exponential terms are required in order to keep the maximum relative approximation
error below 1. Hereby, we achieve a maximum absolute approximation error of €, ~ 1.1-10™* and a
maximum relative error € ~ 4.4 - 1071, By differentiation with respect to x we obtain

n

1 O ., o
=~ Z—ciw,—e @it = Zc,—e wix - xe[l,4-10%,
o3 i=1

which yields slightly larger approximation errors (€ps = 5.5 - 1073, e = 6.9 - 1071). We applied this
approximation with only n = 7 exponential terms to approximate (3.53) via (3.59) and compared to
the values obtained from the direct evaluation, see Table 3.3.

o=1 o =125
approx direct approx direct
6.701e-02  6.128e-02 | 2.858e-03 2.711e-03
4.060e-02  3.633e-02 | 3.490e-04 3.207e-04
2.975e-02 2.629e-02 | 5.076e-05 4.582e-05
2.398e-02  2.103e-02 | 8.061e-06 7.193e-06
2.049e-02 1.787e-02 | 1.351e-06 1.196e-06

I 33 33
Il
oL AW

Table 3.3: Approximated errors, see (3.59), and exact errors, see (3.53), for the Fourier coefficients
fo = (L + [kl k € Zan.64)-

A comparison of the measured errors with the computed estimates for different support parameters
m and oversampling factors o is given in Figure 3.8. The actual errors are estimated from above
very well. In contrast to the fast decreasing coefficients, as considered in Example 3.16, we recognize
somewhat larger deviation factors up to 3.35, approximately. L]

Remark 3.18 (Relative errors). As already pointed out regarding the one-dimensional setting, see
Remark 3.15, we may estimate also the resulting relative errors by computing

IFI%, = > A

k EIM
For the considered Fourier coefficients we obtain
117, 246-10° = Af2 ~4.06-107|f - full, for fi defined via (3.54),

and
If1I%, ~9.67 & Af2~1.03-107"||f - full, for fx defined via (3.57).
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Figure 3.8: Predicted quadratic errors for the trivariate NFFT, see (3.56) and (3.59), where we consider
the Fourier coeflicients (3.54) with @ := 0.2 (left) and (3.57) (right), respectively. We plot
the errors with respect to the support parameter m, where we applied the B-spline window
with different oversampling factors o (see labels). The according measured errors (3.48)
are represented by the red dashed lines.

In the following examples we consider the gradient NFFT. Again, we measured the resulting errors in
MATLAB based on a simple implementation of the gradient NFFT. We considered N = 10° uniquely
distributed nodes and approximated the actual errors via

1 N
Mg = IVf = VLG = 5 DIV FCep) = VI
J=1

Example 3.19. We estimated the errors of the gradient NFFT for the Fourier coefficients (3.54). For
this purpose, we applied the ik- as well as the analytic differentiation approach with the B-spline
window function.

In case of differentiation in Fourier space we obtain

3
IVf = VAP <4n® > AP+ K+ i) ] a+skn-1],
kE]M j=1

cf. (3.52). Analogously to (3.56), we obtain in the cubic case, i.e., M = (M,M,M)" and o =
(o,0,0)T7, the estimate

IVf =V fil? < 1272 (2§SR + SR® + 2RRS + RS? + RRZ) , (3.60)
where we additionally define

Mp-] Mp—1 4m+2
- - 8m km 2,2
S = K2e 2% and  R:= e 2k
k;/z k§/24m—1(|k|—0'M)4m

and S, R are given in (3.55).
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A fundamentally different analysis is necessary in case of analytic differentiation, where we have

(@)
k roM,
IVf=Vhal?= > AP D] llk+roM, RECLSAI

2
kelpy rez3 k( t)

In order to estimate the error we have to derive upper bounds of sums of the form

D (k+romy "*’;’M(@ P+ ) (k+ro M)Z—k”gM(@_
rez p( rezN {0} (D)

For the B-spline window we obtain

Z (k+r0'M)2 k+ro‘M((’5) — k2

: (
reznioy (@) rézV(0)
_ 4m
_8m—4 k
4m — 3 (k| — o M)m—2

|k| 4(m-1/2)
|k| + ro-M)

=1 Sad(k),

analogously to (3.38).
By making use of the upper bounds s(k) and s,q(k) we can write

. (k§ + sag(k))(1 + s(k2))(1 + 5(k3))
IV =Vhal? < Y 1AP| + 1+ stk))( + saa(ka))(1 + s(k3)) ,
K<Tu + (1 (kD)) + 5(k))(K + saa(ks)) — |1k

where we also exploit the tensor product structure of the window function ¢.
Finally, we obtain in the cubic case

IVF =V fall? < 127 (TR2 + SR? + 2TSR + 25SR + TSZ) , (3.61)

where we additionally define

Mp—1 m
T = Z (Sm - 4)k4 e_2a2k2'
4, (m = 3)(Jk| = o M)=2

A comparison between the measured errors and the presented estimates is given in Figure 3.9. It can
be seen that we achieve a very good agreement. [

Example 3.20. We estimated the errors of the gradient NFFT for the slowly decreasing Fourier
coefficients 3.57. By making use of the techniques applied in Examples 3.17 and 3.19, we obtain

Mz

IVF -V <1222 Y ¢re (2§,~S,~R,- + SiR? + 2RR:S; + RiS? + Rin) ,

1l
—_

i

Mz

IVF=Vfal? <1222 Y ¢re (TiRiz + S;R? + 2T R; + 28:S:R; + Tisl?) :

Il
—_

i
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cf. (3.60) and (3.61). Here, we additionally define the sums

Ml M1 4m+2
~ - 8m k 2
Si = K2e @ik and R = e @ik’
' k;ﬁ ! k§/24m—1(|k|—0'M)4m
as well as
T; = Mfl (m — e ik,
. , (4m = 3)(|k| = o My#m=2

Note that S; and R; have already been defined in Example 3.17.
A comparison between the measured errors and the presented estimates is given in Figure 3.9.

Again, in contrast to the fast decreasing coefficients we obtain somewhat larger deviations. L]
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Figure 3.9: Predicted quadratic errors for the gradient NFFT in case of ik-differentiation (o) as well as
for the analytic differentitation approach (*). We consider the Fourier coefficients (3.54)
with @ := 0.2 (left) and (3.57) (right), respectively, and plot the errors with respect to the
support parameter m. We applied the B-spline window with different oversampling factors
o (see legend). The according measured errors are represented by the red dashed lines.

Remark 3.21 (Relative errors). In order to estimate the relative error

_ 2

A IV - VEIE,
grad,rel * 2
IV£I2,

we have to compute
2 2 22
VA, =47 > k|22
kelpy
For the above considered sets of Fourier coefficients we obtain

IVFIT, = 1.82-10° &= Afg g~ 549 - 10°°|Vf = VLT, f defined via (3.54),

I

and

VA, ~1.82-10" — Afg2 ~548-107||Vf - VLIS, fi defined via (3.57).

rad,rel
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3.4 NFFT based fast summation

A smooth periodic function is well approximated by a trigonometric polynomial. Given such an
approximation, the fast evaluation of the function at nonequispaced nodes is possible based on the
NFFT, as introduced in Section 3.2. However, in several applications, as for example the computation
of electrostatic interactions under open or partially periodic boundary conditions, see Section 2.1, one
has to deal with nonperiodic functions. In order to evaluate nonperiodic functions at nonequispaced
nodes efficiently, one may embed the given function into a periodic framework or rather periodize it.
Afterward, the constructed periodic function may be treated via the NFFT.

This roughly explains the basic idea of the NFFT based fast summation approach, which is discussed
in the following. We start by considering symmetric univariate functions in Section 3.4.1, where
we discuss different approaches to periodize a given function as well as resulting advantages and
disadvantages. Radial functions in higher dimensions are studied in Section 3.4.2. The introduced
techniques are of great importance for the algorithms presented in Section 4.1.2.

3.4.1 One-dimensional case

We consider the following problem. Let K : R — R be a continuous, smooth and symmetric function,
ie., K(x) = K(|x|) for all x € R. For a given set of nodes x; € [-L/2,L/2] and coefficients «; € R,
j=1,...,N, we are interested in a fast evaluation of the sums

N
= ZaiK(xi —x)) j=1...,N.
i=1

If the kernel function K does not allow the separation of the source and the target nodes, i.e., K is not
of the form K(x — y) = K1(x)K>(y), a direct evaluation of the sums f; may be applied. This requires
undesirable O(N?) arithmetic operations.
Note that we have x; — x; € [-L, L]. In order to achieve an arithmetic complexity of O(N log N) we
might compute an approximation of K in terms of a trigonometric polynomial
Mp-1
K(x)~ Y b (3.62)

[=—M/,

with M € 2N and a period & > 2L, since x € [-L, L] in our setting.
Based on (3.62) we can approximate the sums f; via

N

Zai eZmlxi/h) e—27rllxj/h’

i=1

N Mp—1 Mp—1

fj ~ Zai Z l;l eZnil(xi—x_,-)/h — Z l;l

i=1 [=—M} [=—M}

where the inner sums can be computed efficiently via the one-dimensional adjoint NFFT. Afterward,
the outer sums are approximated via the one-dimensional NFFT.

In the following we discuss three different ways of how to compute an approximation of the form
(3.62). We remark that the presented approaches are actually not limited to symmetric functions.

Variant | - Periodization

This method is based on the Poisson summation formula, see Lemma 2.2. If the Fourier transform

K(&) = [ N K(x)e2™éxdy, &eR,

(o)



3.4 NFFT BASED FAST SUMMATION 93

is known analytically and K(x) is sufficiently small for all |x| > &, we have

Mp—1

K(x) ~ Ky(x) 1= Y K(x+hn) = %Z R (%) e2rilx/h % >R (ﬁ) e2milx/h (3.63)

nez leZ I=—M}

for some M € 2N large enough. In other words, we set by = h='R(!/r) in (3.62).

The presented approach is obviously limited to functions that decay fast enough in the interval
[/, "/2]. Whenever K(+L) is relatively large, we have to choose 4 > 2L and a large cutoff parameter
M will be required in order to achieve a certain accuracy. See Figure 3.10 for a graphical illustration.

Figure 3.10: The periodic function Kj(x) € C*(hT). We only have K(x) =~ Kj(x) if K("/2) is already
very small.

Variant Il - Truncation

We simply truncate the kernel K at x = +"/> and consider the periodic version
K(x):=K(x+hn) withneZ: x+ hn e [-),")).

The resulting function is periodic with period 4 and continuous, but not smooth, i.e., K € C 0(hT), see
Figure 3.11. This results in a rather slow second order convergence in Fourier space, i.e., we expect
that a relatively large cutoff parameter M will be needed in (3.62) to achieve a good approximation.
The Fourier coefficients of the periodic function K are given by

ny

» 1 2 . ~
a(K) = 7 /1/ K(x) e 2mix/hqy = p,.

12

If the Fourier coeflicients are not known analytically, we may sample the kernel function K at M
equally spaced nodes and approximate the coefficients via the FFT.

Variant lll - Regularization

We choose # > 2L and construct a periodic function, which is smooth up to some higher order p € N,
cf. [PSO3]. The resulting function is named regularization or regularized kernel function and is of the
form

K(x) :xel[-L,L]

Kr(x) = {KB(x) :xe(L,h- L),

ie,Kr:[-L,h—L) > R.
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_h —L L =k 3
2 2

olIs=T

Figure 3.11: If we simply truncate the kernel K at x = +//2, the periodic function K is not smooth and
the Fourier coeflicients tend to zero only with order 2.

In order to construct the function Kg, we claim that the 2p interpolation conditions

d d
—Kg(x) = —K(x) , (3.64)
dx* x=L dx* x=L
d d
—Kp(x) = —K(x) ) (3.65)
dx* x=h—-L dx* x=-L
where k =0, ..., p — 1, are fulfilled. Thus, the periodic version of the regularized kernel
Kr(x) := Kp(x + hn) withneZ:x+hne[-L h—-L)
is smooth and periodic, more precisely Kg € CP~!(hT). For all x € [-L, L] we get
Mp—1
K(x) = R(x) = )" ci(Rp) ™/~ %" o(Ry) ™" =: Ty (Kr)(x)
leZ =-M
for M € 2N large enough. The Fourier coefficients ¢;(Kr) =: by, | = =M}, ..., M/ — 1, can be

computed via the FFT after sampling the function Kr at M equispaced nodes in the interval [—"/2,"/2),

i.e.,
Mph—1

A~ 1 5 (jh\ .—2niji/h
bl-=M.Z;/KR("M)e R N
j=—M/|

A graphical illustration of Variant III is given in Figure 3.12.

—L L h h-L 3h
2 2

|
(ST

Figure 3.12: The regularized kernel function KR is obtained by constructing a smooth transition be-
tween L and & — L. The obtained periodic function Kg is in the space C”~!(hT) for some
p €N

In general, the function Kp is a polynomial of degree 2p — 1 and is computed via the so called
two-point Taylor interpolation, as presented in the following lemma.
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Lemma 3.22. Let an interval [m — r,m + r],r > 0, and the interpolation values a; = f D(m - r),
bj = fOm+r),j=0,...,p—1, be given. Fory := = the polynomial

p-1 p-1
P(x)= ) B(p.j:y)aj+ ) B(p, j,=)(=rVbj, (3.66)
j=0 =0

of degree 2p — 1, where the basis polynomials B(p, j, y) are defined via

p-l-j
C N p—-1+k\ 1
B(p, j,y) = § ( r )J.szk

k=0

(1 =y (1+y)*,

satisfies the interpolation conditions PY)(m —r) = aj, PO (m+r) = bj,j=0,....,p— 1.

Proof. See Corollary 2.2.6 in [AW93] or Proposition 3.2 in [FS04]. |
In our setting we have to setm := /2, r :==h— L, a; := KY(L) and b; = KY)(-L) in Lemma 3.22.

Since we assume the kernel function K to be symmetric we additionally have b; = (- 1Ya I

Remark 3.23 (Error estimate). For a symmetric kernel function K we have b; = (-1Ya ; and, thus,
the representation (3.66) of the interpolating polynomial simplifies to

p-1
P(X) = Zr]a](B(p’.Ly) +B(p’j7 _y))

J=0

An upper bound for the p-th derivative of P is given by

3\P kS p—1+1 roi-t
PP < p! |3 S a1l 3.67
xe[%,z}?);r]l )l p (2) ;( [ )Zl(p— 1 _l)!lap 1 ( )
see [FS04, Theorem 3.4]. Furthermore, we have
|Rr(x) — Tr (Kr)(x)| < C i " |K<p> |d 268
iy Kat) =Tl s € g | [ ooy

with a constant C = 4, cf. [FS04, Lemma 4.1]. With (3.67) we get

hpy ) L hp
/ KRp (x)‘dx:/ ’K<p>(x)‘dx+/
0 0 L

-1

L 3p |a _1| p=2 p—1+l r
(p) e 4 -
S./o < (")|d“”!(2) (<P—1>!+Z,=1( ! )2l<p—1—l>!'“p‘1"'
(3.69)

K]gp)(x)’ dx

withr :="/— L and a; := KL, j=1,....p—1.

Thus, when considering a fixed function K in a fixed interval [—L, L] the following holds. If we
increase the size r of the regularization domain as well as the period /4, the worst case error decreases,
provided that the number of Fourier coefficients M grows at least proportional with 5.

In the limit for r — oo we obtain

Dp_lc L ( ) 3 P |ap—l|
- Dnv (/0 ‘Kp(x)’d“p!(i) (p—l)!)

with D :="/u. O
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Example 3.24. As an example, we considered the symmetric function K(x) := e™ in the interval
[-L, L] with L := 1. In order to compute the interpolating polynomial, we considered different periods
h > 2L or rather different values for r = /> — L and applied the degree of smoothness p := 8. We
fixed 32 equispaced nodes in the interval [-L, L], i.e., D = 1/16, and increased the period & as well as
the number of Fourier coefficients M such that #/m = !/i6.

In Figure 3.13 we plot the measured approximation errors

1KR = T (Koo 3= max, [Rr(x) = T (Kr)(0)
x|

as well as the corresponding estimates obtained via (3.68) and (3.69) with C := 4. Therefor, we
considered periods & € [2.5,4] or rather mesh sizes M € {40,...,64}. We can see that the actual
errors are only roughly estimated from above. However, the estimates give at least a good qualitative
description of what is observed. [

107
1072

—e— Mmeasure
—o— estimate

=)}
Py

oo
T T T T T T T T T T TTT T T T ST T 22T

—_ = =
S 9 9 9
=) ~

IKr — Tps (KR)|lo

10—10
107"

| | | | | |
26 28 3 32 34 36 38 4
h

Figure 3.13: Measured and estimated approximation errors for the regularized kernel Kr, where we set

K(x) := e and p := 8. We considered different periods & > 2L = 2, where we chose
the number of Fourier coefficients M € 2N such that /m = !/ie.

3.4.2 Fast summation with radial kernels in higher dimensions

In the case of higher dimensions we restrict our considerations to radial kernel functions, i.e., we want

to compute
N

fr= > aik(llx; = x;l),

i=1
where the kernel Function K, the coefficients ; € R and nodes x; € R4, j=1,...,N, are given.

If we have an approximation of the form

K(lxll)y~ " byetmil™#x (3.70)

lEIM
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with M e 2N large enough and a regular matrix H € R?*? such that H™'x € [~/ 1/2]¢, we obtain
N 1 1
7 2mil TH ' x; | —2#il TH 'x;
- Zb,(zaie ) ]
lEIM i=1

analogously to the one-dimensional case. An efficient computation is again possible via the NFFT and
its adjoint.

The periodization as well as the truncation techniques work analogously to the one-dimensional
case. Hence, we restrict our considerations to the regularization approach in the following.

Regularization

We assume that we have ||x;|| < /2 or rather ||x; — x;|| < L and construct the regularized kernel
function Kg : [-"/2"/]¢ — R as follows.

K(llxl)  :llxll < L,
Kr(x) := 1 Kp(llxl) : L <|lx[l <"/,
Kg()  ix e [=hpnp)? x|l > i

where we choose k& > 2L. The function Kg : [L,"/2] is constructed such that

d

d

—-K = —K Vk=0,...,p—1, 3.71
ke = k) P (3.71)
d
— Kg(x) =0 Vk=1,...,p—1. (3.72)
dxk x=hp

Thus, the function
kR(x) := Kr(x + hn) withn € 7 x +hn e [—"/a, h/z)d

is periodic with period / in each direction and smooth of degree p — 1, i.e., Kg € CP~1(hT9), cf.
[PSNO4]. For a graphical illustration see Figure 3.14.

nl_
2
Kg(llxIl)
K() L1- -
cp-1
g
..... . —-Ly- -
. KO . . _nl. )
_'h -L L h h-L ﬁ 2 }
2 2 3h

Figure 3.14: The function K5 : [L,"/2] — R is constructed such that the values of the first p — 1
derivatives coincide with those of the kernel function K at x = L and that the first p — 1
derivatives vanish at x = /> (left). The regularized kernel Kg : [-"/2%/2]¢ — R is radial
over the domain {x € R? : ||x|| < "/} and is equal to Kp("/2) otherwise. Thus, the
periodic function Ky is continuous up to order p — 1 (right).
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The periodic function K can be approximated by a trigonometric polynomial and we obtain

K(llxll) = Rr(x) ~ Y be* ™" vxeR?:||x|| <L,
lEIM

where M € 2N This is equivalent to (3.70) with H = hl 4«4, where we denote by I ;x4 the identity
matrix. The Fourier coefficients 5 may be computed via the FFT after sampling the function Ky at
| Zps| equispaced nodes in [/, /)2, i.e.,
A 1 T _
b= — > ke (h(x @M—l)) e 27 TaoM ™) e
| Zm |
Jjelm

Note that we now only have 2p — 1 interpolation conditions, see (3.71) and (3.72), instead of 2p as
in the one-dimensional case. This is due to the fact that the function value for x = #/> is unknown.
Thus, a modified version of the two point Taylor interpolation approach is used, see Lemma 3.25. In
our setting we have to set m 1= L+ o, r :=1fa = L), a; := KY)(L) and bj :=0.

Lemma 3.25. Let an interval [m —r,m + rl,r > 0, and the interpolation values a; = K D(m - r),
j=0,...,p—1and b; = KU)(m+r), j=1,...,p—1, be given. Fory = % the polynomial

p-2 p—2
0() = Y I(p =1 aj + Y I(p =1, j,=y)=rY b
j=0 j=0
p-2 p-2
= D= 1= g = Y 1 =1, D)(=rY by + ag
Jj=0 j=0

of degree 2p—2 satisfies the interpolation conditions QY (m—r) = aj,j=0,...,p—1,and OV (m+r) =
bj, j=1,...,p— 1. The polynomials I(p, j, y) are given by

pl=j I .
I(p,j,y) = § § -y~ + T
P.J.) par ( k )j!zpzk l:o(P_l)!(k+1+j+l)!( T Y)

Proof. See Theorem C.2 in [NPP15a]. |



4 The P2NFFT method for charges and dipoles

The particle-particle NFFT method (P?NFFT) combines the Ewald formulas, as introduced in Sec-
tion 2.2, and the different NFFT modules, see Section 3.2, in order to compute the electrostatic particle
interactions efficiently. The method has originally been developed for the treatment of pure charge
systems under 3d-periodic boundary conditions, see [PP11, PP13, Pip15]. An extension of the method
to mixed periodic and open boundary conditions was introduced in [NP13, NPP15a, NPP15b].

In order to generalize the method for systems containing both charges as well as dipoles we need the
adjoint gradient NFFT and the Hessian NFFT, as introduced in Section 3.2.2. The latter is solely needed
for the computation of the dipole forces. A summary of the PPNFFT method for charges and dipoles is
given in Section 4.1, where we discuss the different types of periodic boundary conditions separately.
Section 4.2 contains a detailed description of the current implementation, where we summarize the
P2NFFT for various types of periodic boundary conditions in Algorithm 4.3. The approximation
errors, caused by applying the different NFFT modules, are discussed in Section 4.3. Note that the
generalization of the method for dipole-dipole and charge-dipole interactions has also been considered
in [Nes16b, HNP17].

4.1 Computational approach

The efficient evaluation of the potentials ¢(j), fields E(j) and field gradients G(j) is more or less
straight forward in the 3d-periodic case, since the Fourier coefficients are known analytically, see
Section 2.2.1. The 3d-periodic case is considered in Section 4.1.1. In order to treat also mixed as well
as open boundary conditions we combine the corresponding Ewald formulas with the NFFT based fast
summation approach, which is described in Section 4.1.2.

4.1.1 3d-periodic boundary conditions

In the following we restrict our considerations to the computation of the potentials, fields as well as
field gradients. The energies, forces as well as the dipole torques are obtained easily afterward by
simple multiplications, see (2.13), (2.14), (2.15) and (2.16).

Computation of the potentials

Applying the Ewald splitting (2.17) to the single summands of the potential, see (2.3), and computing
the spherical limit (2.29) gives, cf. Lemma 2.5,

o(j) = ¢™"G) + 6" () + °() — (),

where we define the short range potential

Ne N
r [ erfe(a|lx;; + Ln||) erfc(al|x;; + Ln||)
oG = > D4 + DL ] Vx (4.1)
P < 2 ||xl] + Ln” ot X ||xl_] + Ln”

99
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with S := Z3, and the Fourier space potential

¢() = — Z (k) Zq, 2eikTL xi Z WV, 2mk L | 2k L

keZ3 i=N.+1

with the Fourier coefficients (k) as defined in (2.31). The k = 0 parts and the self potentials are
defined in (2.32) and (2.24), respectively, and can be computed easily with only O(N) arithmetic
operations.

As already mentioned before, the complementary error function as well as its gradient tend to zero
exponentially fast and, thus, the short range parts can be obtained via a direct summation, i.e., the
infinite sum is simply truncated so that only distances ||x;; + Ln|| smaller than some appropriate near
field cutoff radius r,; have to be considered. If a sufficiently homogeneous particle distribution is
assumed, this can be realized with a linked cell algorithm [FS02] in O(N) arithmetic operations, since
the single particles only interact with a fixed number of neighbors. In case of very heterogeneous
distributions a combination with the FMM is possible, as presented in [DKO0O].

Also the Fourier coefficients f(k) tend to zero exponentially fast so that the infinite Fourier space
sum can be truncated as well. In the following we define the structure factors

N
Ty -1,
Selk) i= ) e 42)
and
N o N -
Sd(k) = Z ”z‘Tin E:271'1k L™ 'x; _ Z (L_ll"i)TVyi eka y; L (4.3)
i=N.+1 i=N.+1 yi=L X

In order to compute the Fourier space potentials efficiently we truncate the infinite sum, i.e., we replace
the set Z> by an index set Jyy C Z3, as introduced in (3.2), for some appropriate cutoff parameter
M € 2N°. The structure factors Sc(k), k € Iy, are approximated via the adjoint NFFT, and for
the approximation of Sq(k), k € Ips, we use the adjoint gradient NFFT. We denote the obtained
approximations by S ~(k) and Sy ~(k), respectively. Note that the NFFT algorithms have to be applied
to the nodes —L~'x i € T3. In order to approximate the sums Sq(k) via the adjoint NFFT we have to
set f; := L' ;in (3.31), as indicated in (4.3), which results from applying the chain rule.
Afterward, the outer sums are obtained by applying the NFFT, i.e.,

o)~ ¢ () = = Z GU) [Se(l) + Sa(k)] e kL% (4.4)
kGIM
1 A 2Tyl
> 2 ) [Sealh) + San(k)] e T
kGJM
> 5| 20 0 [Sexlh) + SaB)] &) = (). (4.5)
kEIM

In summary, several approximations are combined. Namely, at first the infinite Ewald sums are
truncated and, secondly, the remaining finite sums are approximated based on the adjoint NFFT, the
adjoint gradient NFFT and the NFFT, which we shortly summarize via

F NFFT modules F R
( ) p2nff[ (])'

Ewald truncatlon

¢ ()
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Note that the approximations Sg ~(k) can be obtained via the ik-differentiation approach or the analytic
differentiation approach, i.e.,

Sa~(k) € {Saik(k), Sa.aa(k)}
following the notations introduced by (3.32) and (3.33).
Computation of the fields
The Ewald representations of the fields, as defined in (2.12), read as
E(j) = E¥(j) + E"(j) + E°(j) - E*'(j),

where the short range parts, the Fourier space parts and the k = 0 terms are directly obtained by
applying the operator —Vy  to the corresponding potential terms, i.e., we have

Eshort(j) — _ij ¢sh0rt(j) (46)
EF(]) __ x] Z w(k) Sc(k) + Sd(k)] —2nik TL™! Xj
keZ3
47
E°(j) = -5D, @7

where the k = 0 part is easily obtained from (2.36).
The self field E*®!(j) is obtained by computing the limits

f
i yerf@lx) o
x—0 [lx]]
which follows due to symmetry, and
. erf(a|lx||)
lim V(u'V)—————=
x—0 [l x]]
3
- lim erf(a”;c”) _ 2«0 - e_a/Z”x”Z)( 3/.[ .; ) 4a 2 —Cl ”xllz(”T )x _ 4
xo0\ |x]] NI x| Vallx|| 3
which follows from
I erfflar) 20 _,0  4d°
r—0 r3 \/;rZ a 3\/%,

where we simply apply 1’Hospital’s rule. In summary, we end up with the following representation of
the self field.

0 .] - 1 C’
E*(j) = 4.8
U){§$1 F =Nt L. @8

The computation of the self fields and k£ = 0 parts is again straight forward. Analogously to the short
range parts of the potentials, the short range fields can be obtained via a direct summation scheme.
The Fourier space parts are approximated in the same manner as the Fourier space parts of the

potentials, where we use the gradient NFFT instead of the standard NFFT in order to compute the outer
sums.
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This can be expressed via

ij ~ —27i T —lx_
E'(j) ~ E{(j) = -— k;M D k) [Se(k) + Sak)] ek TEx (49)
~-Llv, D7 ) [Selie) + Su~ (k)] e 2mik L7lx; | gF (7). (4.10)
Vv X & C,x ~ p2nftt

Note that the outer sums can be obtained via the ik-differentiation or the analytic differentiation
approach, see (3.25) and (3.27). In order to compute the partial derivatives correctly, we have to pay
attention to the multiplication with the matrix L. With y; := L 'x j We obtain Vy, = L‘TVyj and thus

E{())= -L7TVy, ) %[Sc(k)+Sd(k)] e 2Ky, ,

kelpm yj:L‘lxj

i.e., in order to approximate the Fourier space parts of the fields we apply the gradient NFFT for the
nodes —L~'x ; and multiply by L™7 afterward.

Remark 4.1 (Systematic errors). In Section 2.3.3 we presented error estimates regarding the approxi-
mation
FU(j) ~ F{(j) = q;E{(j)). j=1....Ne, (4.11)

amongst others. Note that we now deal with non symmetric index sets Zps, cf. (3.2), in order to make
the NFFT algorithms applicable. This gives rise to the following problem.

In case of charge-charge interactions the diagonal terms with i = j in the exact Fourier space parts
of the forces are given by, cf. (2.85),

24} o g .
~ Z JkYL "k)=0, j=1,...,N,
kez3
which is due to the underlying symmetry. This does not hold for the approximation obtained via (4.9)
and (4.11), since the index set 73z is not symmetric. We have
2ig? 2ig?
J ~ -T _ J 7 -T

- D LT = Y SRLT),

kelny kely\I;,
where we define the symmetric index set
Iy ={-Mh+1,.. . Mh—-1} x...x{-Mh+1,....Mh—1} C Iy.
Thus, the presented approximation causes the computation of undesired self interactions, which results
in systematic errors of the form

2ig?

q' ~ — .
AFFNGy= Y BT = LN
keZ\(Im\I;,)

where we can replace the index set Z3 \ (I \ 7, ar) by Z-p \ I, due to the underlying symmetry. This
means that only terms with k; = MoV ky = M2/, V k3 = M3}, are present and, thus, we may assume
these systematic errors to be negligible compared to the off-diagonal contributions to the overall error.
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These systematic errors are not incorporated in the estimates as presented in Section 2.3.3. We
denote the resulting systematic error in the forces of the charges by

v A w2 2V0 A _
AFEYS = = Y |[AFE()||” = d (k)L k). (4.12)
J Ne ; VN keI_ZM:\I;l

In an analogue manner, we obtain the following systematic errors in case of dipole-dipole interactions,
cf. (2.91).
87l ;117

AFFS5(j) = v

Z GIL k| cos® y;x(LTk), j=Nc+1,...,N.
kel a\I},

In order to estimate the overall systematic rms force error in the forces of the dipoles, we may replace
the cosine terms by the mean value 7! foﬂ cos? x dx = /2 to obtain

o 2 JAFEGF < D GEILTRAL TR, @.13)

N ~

AFF’SyS L 1 471'2 M
dd. d VA/Ny

Jj=Ne+1 4 lkela\Iy,

This all refers to the approximation errors caused by truncating the Fourier space part in the Ewald
summation formulas. A discussion of the errors resulting from the application of the different NFFT
variants follows in Section 4.3.

We remark that the influence of the above discussed systematic errors on the overall errors has not
been studied so far. In other words, it is widely unknown how much the usage of non symmetric index
sets Jps might influence the accuracy in general. U

Computation of the field gradients

The Ewald splitting of the negative field gradient reads as
G(j) = G™"(j) + G"(j) = G ()).

where the short range part as well as the Fourier space part are directly obtained by applying the
operator —Vy; V;j to the corresponding potential terms, i.e., we have

G (j) = =V, Vi ¢, (4.14)

X

VT
—_ J 27k "L 'x;
— ké ) [Se(k) + Sa(k)]

G"(j) =~

The self interaction term G*!(j) is computed analogously to the self field E*'(j), see (4.8). We
obtain

403 .
g1 j=1,..., N,

Gself(j) — 3\/7rq.l 3,3 J c (415)
03,3 Zj:Nc+1,...,N.

Again, the short range parts can be obtained via a direct summation and the computation of the self
terms is straight forward.
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In order to approximate the Fourier space parts efficiently, we truncate the infinite sum over k € Z3,
compute the inner sums via the adjoint as well as the adjoint gradient NFFT and evaluate the outer
sums with the Hessian NFFT, i.e.,

GF(]) ~ GF(]) = ) Z w(k) [Sc(k) + Sd(k)] e—27r1k L lx‘,»
4%
kEIM
! T i —27ik "L 'x; F .
e 2,00 [So(h) + Sa(h)] ¢ 1=t G- (4.16)
kelpy |

Again, we have to pay attention to the multiplication with the matrix L. We obtain

G =17 v, 95 3 PO sk 4 suo) 2 L,

kelm y;=L'x;
i.e., we can simply apply the Hessian NFFT for the nodes —L ™' x ; and multiply with L™7 from left and
by L~! from right afterward.

Finally, the Fourier space parts of the forces acting on the dipoles may be obtained via

The P?NFFT method is summarized in Algorithm 4.3, where 3d-periodic boundary conditions are
obtained for p = 3.

Remark 4.2 (Complexity). The computation of the self interactions and the k = 0 parts is straight
forward and requires only O(N) arithmetic operations. The same applies to the near field computations,
provided that the particles are equally distributed. In order to approximate the Fourier space parts we
need O(N + |Ipr|log |Zps|) arithmetic operations, cf. Section 3.2. A more detailed discussion of the
overall complexity is given later on in Remark 5.14. L]

Remark 4.3 (Relation to other particle-mesh methods). We remark that the classical P°M algo-
rithm [EHL80, HES8] is in principle equivalent to the P>NFFT method for 3d-periodic boundary
conditions, provided that the B-spline window function without oversampling is applied. In the
context of P3M, the deconvolution step of the adjoint NFFT, see Step 3 in Algorithm 3.2, the mul-
tiplication with the Fourier coefficients ¢ (k) and the deconvolution step of the NFFT, see Step 1 in
Algorithm 3.1, are summarized via introducing the so called influence function. The optimal influence
function depends on the applied deconvolution approach and on which rms error shall be minimized,
see [DH98a, DH98b, BCH12].

Also other particle-mesh approaches may be interpreted as special cases of the P>NFFT method.
For a detailed discussion on the relation of P>NFFT to P>M and other particle-mesh algorithms we
refer to [Pip15, Sections 4.6 and 4.7]. L]

4.1.2 Mixed periodic and open boundary conditions

In the following we combine the Ewald summation formulas for mixed periodic and open boundary
conditions, see Sections 2.2.2, 2.2.3 and 2.2.4, with the NFFT based fast summation approach, see
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Section 3.4, in order to generalize the PPNFFT method to mixed periodic and open boundary conditions,
cf. [NP13, NPP15a, NPP15b, Nes16b].

We also refer to other Fourier based algorithms handling mixed periodic boundary conditions, as
for example the MMM2D, the MMM 1D and the ELC method, see [AH02, AdJH02, AHO5], or the
spectrally accurate Ewald method for 1d- and 2d-periodic constraints, see [LT12, ST17]. Furthermore,
also the fast multipole method can handle all the considered types of periodic boundary conditions,
cf. [KS04, KD11, Kab12]. For algorithms showing a higher arithmetic complexity we refer to
[WA97, YB99, BS04, Br604].

2d-periodic

The computation of the short range parts ¢*"°"(j), E*"°"(j) and G*""(j) may be realized analogously

to the 3d-periodic case, see (4.1), (4.6) and (4.14), respectively. For this purpose, the lattice S = 73 is

replaced by S = Z? x {0}. In addition, the self interaction terms ¢**'f(j), E**'(j) and G*°"(}) are the

same as in the 3d-periodic case, see (2.24), (4.8) and (4.15), respectively, and can be computed easily.
The Fourier space parts of the potentials are given by, cf. (2.38),

N
1 g Ti -l ~_
Froy — a2nik L x;‘,'®p2( Lkl x:: ) 4.17
€z? i=1
where the function ®P? is defined in (2.39). Here, we assume periodic boundary conditions with
respect to £1 and £,, which we claim to be of the form

hi I i
([1 fz) = 112 122 = ( 0 0 )
0 O

Note that @P2(k, -) is a symmetric C* function for each k > 0. In addition, it is easy to verify that
®P2(k, r) tends to zero exponentially fast for fixed k > 0 and |r| — co. In contrast, in the special case
k = 0 we have ®P%(0, ) ~ —2x|r| for |r| large enough. We plot some examples in Figure 4.1

I 0
—k=0.1
6 k=02
.......... k=03 =20
= . --k=04
< 4
% —40
5| i
5 -60
0 (I ‘ ‘ :
10 -5 0 5 10 -10 =5 0 5 10
r r

Figure 4.1: We plot the function ®@%(k, -) for a := 1 and different values of k.

It is reasonable to assume that the coordinates of the particles with respect to the nonperiodic
dimension are absolutely bounded, i.e., we have |x;3| < L2, j = 1,..., N, for some L > 0. Thus, we
have —L < x;;3 < Lforalli,j=1,...,N.
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We recall that the function values ®P?(k,r) tend to zero exponentially fast for growing k, see
Remark 2.9. Thus, we may truncate the Fourier series (4.17), i.e., we only include k € Iy with
M = (M, M) € 2N? large enough. Furthermore, we choose a period

h>2L

and approximate each function ®P%(k, -), k € {||IL™" k||, k € T, 1) by a trigonometric polynomial. This
ansatz is closely related to the NFFT based fast summation, see Section 3.4.1.

Basically, there are two practicable approaches to compute these approximations, namely the peri-
odization, see VariantIin Section 3.4.1, and the regularization approach, see Variant Il in Section 3.4.1.
The combination of both approaches offers the following advantages.

The periodization approach is limited to functions that decay sufficiently fast in the interval [-"/2, /).
This does not apply for the regularization technique. In other words, in the case that k is small or
equal to zero, we can apply the regularization approach. This allows the choice of a relatively short
period 7 > 2L. To this end, we need to precompute the approximating trigonometric polynomial,
which involves the computation of the kernel function ®P2(k, r) and its derivatives at » = +//», the
evaluation of the regularized kernel at equispaced nodes as well as the computation of the Fourier
coeflicients based on the FFT, as described in Section 3.4.1. For kernels that are sufficiently small in
r = +h/ we can simply switch over to applying the periodization approach, which does not require
costly precomputations, since the Fourier coefficients are known in an analytically closed form, see
Lemma 4.5.

Regularization: The function ®P%(0, -) is not well localized, i.e., a periodization of the form (3.63)
does not exist. In addition, for small values of k > 0 the h-periodization exists, but the function value
©P2(k, +"/2) might not be small enough, i.e., we would have to choose 4 > 2L or we will obtain quite
inaccurate results when applying the periodization approach.

Consequently, we apply the regularization approach in order to approximate the functions ®P?(k, -)
for small k > 0 by trigonometric polynomials, i.e., we define the functions

2 .
Kr(k, x) = {®p x) :xel-LLl (4.18)
Kg(k,x) :xe(L,h-1L),

where for each k the polynomial Kg(k,-) is computed via the two-point Taylor interpolation, see
Lemma 3.22. In other words, Kg(k, -) is constructed such that the 2p interpolation conditions (3.64) and
(3.65) are fulfilled. We refer to p € N as the degree of smoothness, since Kr(k, -) € CP~'([~L, h - L]).

The periodic functions

Kr(k,x) := Kp(x + hn) withneZ:x+hne[-L h—L),
are smooth on the torus 4T, or more precisely Kgr(k,-) € CP~'(hT), and may be approximated by

trigonometric polynomials, i.e.,

Ms -1
Kr(k, x) ~ Z by ¥,

=—M;/,
where M3 € 2N should be chosen large enough. The Fourier coefficients lA)k,l are simply approximated
via the FFT by using equispaced samples of Kr(k, -) in [="/2, ")), i.e.,

Ms)h—1
A 1 8 N
o E J 2nijl/ M.
bk,l = — KRr (k, _M3) € 3, (4.19)

==
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Since we have x;; 3 € [-L, L], we obtain

Msfh—1
2T 2 2rilx;
OPY(IL k|, xij3) = E buikps € wilxij,s/h

I=—Ms[,

for all considered values ||[L”™ k|| = .

The described regularization approach requires the computation of the derivatives up to degree p— 1
of the functions ®P2(k, -). In the following we derive the needed expressions.

For k # 0 we set

k
Oy(k,r) := ek erfe (ﬂ— + ar)
a
and
®i(ks r) = ®1(k9 r) + G)l(k’ _r)’
which implies
O, (k,r)
p2 — + )
OP(k,r) T

The following lemma provides a recursion for the computation of the n-th derivative of the function
0. (k, -) or rather ®P2(k, -), see also [NPP15a].

Lemma 4.4. For n > 2 we have

on 8”—2 an—2
T — 0, (k,r) - Bayrke @K (4.20)

O, (k,r) = 4n*k?
+( ’r) T 67‘ arn_z

Proof. We easily compute

£®+(k, r) = 2wk ¥ erfc (ﬁ + ozr) _ 2 e2rkr g~(nk/atar)?
or o b

k 2
— 2wk e 7 Krerfe (ﬂ— - a/r) 4 28 o omkr o—(mk/a—ar)’ _ 2nkO_(k,r).
a b

In an analogue manner we get

9 da 2,2, 2 22
570-(k:r) = 27k®, (k, r) - N 72k P —a?r
and thus )
0
2 50u(kr) = 4n*k70. (k. r) — 8ok e T
,
We obtain (4.20) by differentiating n — 2 times with respect to r on both sides. -

For k = 0 we obtain

6 2 62 2 _a2r2
—OP*(0,r) = 2rerf(ar) and —OP(0,r)=-4rnae .
or or?

Thus, we can simply refer to the well known derivatives of the Gaussian function via
n-2

"o 0 2.2
WGP 0,r) = _47m8r”*2 e " Vn=x=2. 4.21)
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Periodization: For k # 0 we consider the error

Z OPX(k, r + hn) — OP2(k, r) = Z O (k, r + hn). (4.22)
nez nezZ\{0}

Since ®P%(k, x) is monotonically decreasing for |x| — co and & > 2L, we have
OP%(k,r + hn) < O (k,L —h) = @"*(k, h— L) Vre[-L L,neZ)\{0}.

In other words, if ®P2(k, h — L) is sufficiently small, the error (4.22) is small and we may consider the
periodized version. The Fourier coefficients of the periodized function can be expressed in terms of
the Fourier transform of ®P2(k, r) with respect to r, see the Poisson summation formula (2.25). The
corresponding analytic Fourier coefficients are stated in the following lemma.

Lemma 4.5. For k # 0 we have

N o0 —oir 1 2 P2 2 1
OP2(k, &) := LO OP%(k, r)e "¢ qr = 7r(k2—+g2)e K jar—n"g o (4.23)

Proof. We use the short notations @, := %®+(k, r). As we have already seen, the function @, is a
solution of the following second order differential equation, cf. (4.20) for n := 2.

@ = 47k*@, — 8aVrke ™K 1’ g’
If we compute the above defined Fourier integral on both sides, we obtain
—4n2E20, = 4n*K20, — Sxke ™K/t e a?,
where we set O, := 0, (k, &), as introduced above. The obtained equation can be rewritten as

2k e—7l'2k2/a'2—712§2/a'2

. = (k2 + £2)

This completes the proof, since @P2(k, -) = (2k)~ '@, (k, -). |
Following the periodization approach, we obtain the following approximation of the function ®?(k, -)
via the Poisson summation formula.

M;fh—1
1 A .
@pZ(k’ r) ~ - Z @pZ(k’ h—ll) eZmlr/h’

[=—M; /),

where ©P2(k, !/1) is known in an analytically closed form, see Lemma 4.5.
Remark 4.6 (Periodization). The Fourier transform (4.23) can also be computed as follows

A @ gkt peo .
O (k,&) = 2vn / —— / e <" e e dr dg,
0 Z —00
where we use the integral representation (2.41) of the function ®P2. The order of the integrals can be
changed since for k # 0 all the integrals exist.
Via (2.27) we obtain

efﬂzkz/zzfﬂzgz/zz

3 dz,

OP%(k, &) = 2n / ’
0

4
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where the remaining integral can be computed easily and we end up with the same result. The inverse
Fourier transform gives

OP(k, r) = / TPk, £) 2,

[Se]

Since OP%(k, &) tends to zero very fast for |£] — oo, we may truncate the infinite integral and then
approximate the finite integral via the trapezoidal quadrature rule, i.e.,

K/ mph—1

> . K ‘
®P2(k, r) ~ / / @pZ(k, &) ezmrfd§ ~ — E ®P2 (k, %) e2nirlK /m
—K/

m
I=—m)

for K > 0 and m € 2N large enough. It is easy to see that this approach is equivalent to the considered
periodization approach. We remark that the method presented in [LT12] is based on this idea. 0

Whereas the method presented in [LT12] depends on the periodization approach, cf. Variant I in
Section 3.4.1, the truncation approach, cf. Variant II in Section 3.4.1, is applied in [MTPMO02]. A
more detailed comparison to these methods can be found in [NPP15a].

Summary: We summarize the precomputations that are necessary for the P’NFFT method under
2d-periodic boundary conditions in the following algorithm.

Algorithm 4.1 (Precomputations 2d-periodic P>NFFT ).
Input: Splitting parameter a, far field cutoff M = (M, M»)" € 2N?, mesh size M3 € 2N, maximum
distance L > 0, period h > 2L, matrix L e R¥2,

Forall k € Iy:
i) Setk := ||IL” k|
ii) fk =00r O%(k,h — L) > &:

a) Construct the regularized kernel Kr(k, -), see (4.18).
b) Compute the coefficients lek,l, [=-Mpp .. M) —1, viathe inverse FFT, see (4.19).

iii) Else, i.e., ®(k,h — L) < &: Set
e_n2k2/02_ﬂ212/(02h2)

hr(k2 + 12 h2)

bk,l =

foralll = —Msfp, ... , M3}, — 1.
iv) Set P2 (k,l):= by, [ = =Msp, ..., Msp—1.
Output: Fourier coefficients y/P*(k, ) for (k,1) € Ipg, M := (M}, My, M3)T. O

In the current implementation of the algorithm, as summarized in Section 4.2, we apply & := 10716
within the second step of the above described precomputation procedure.
With the precomputed Fourier coefficients /P?(k, [) and the matrix
L
Lpz = 0
00 h
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we can write

G~ ) = Y P [Selk, D) + Sa(k, )] e 2K D, (4.24)
(k,l)eIpm

where we define the structure factors

N
Sc(k, l) = Z ql eZm(k ,I)Lpzlxi’ (4'25)
i=1
N LT g -1
SallD)z= Y ] V@O 4.26)
i=N.+1

Note that the approximation (4.24) has the same structure as the one obtained for 3d-periodic boundary
conditions, see (4.4). We just formally replace (7V)~'i(k) by y/P*(k,[) and L by L.

In an analogue manner we obtain the following approximations for the Fourier space parts of the
fields and the negative field gradients.

EF()~EF(j) = Vi, > dP(k.0) [Selk. 1) + SaCke, )] & 27D,
(k,1)eln

G () ~ GF(j) =~V VI, > Pk D) [Selk, 1) + Salh,1)] & 2 DEns

Xitxj
(k.Delm
Since the structure is the same as for 3d-periodic boundary conditions, we can proceed analogously,
i.e., the sums S.(k, [) are computed via the adjoint NFFT in three dimensions and S4(k, /) are obtained
by applying the adjoint gradient NFFT. In order to approximate ¢%(j) the outer sums are evaluated via
the NFFT, i.e.,

A —2mik” “Ix; .
GG | DL U [Selh 1) + Sanll, D] e DR =g (). @27
(k1) elng

For EF(j) and GF(j) we use the gradient NFFT and the Hessian NFFT, respectively.

~ —2mi(k ™ “Ix; .
E{G)~—(Ve, D 070k [Senle, ) + Sanle, D] 76 Din®i | = BE L), (428)
(k,l)E]M =
2 ~27i(k T, D)L ) x ; .
G{(j) ~ - Ve, V] Z P2, 1) [Senlhe, D) + Sy, 1)] €276 DEn®i | = GF, 0 (). (429)
(k1) eIn

We refer to Algorithm 4.3 for a summary of the P>NFFT method, where 2d-periodic boundary
conditions are obtained for p = 2.

1d-periodic

The computation of the near field terms ¢*"°"'(j), ES"°"(j) and G*'°"(j) is done analogously to the
3d-periodic case, see (4.1), (4.6) and (4.14), respectively. For this purpose, the lattice S = Z3 is
replaced by S = Z x {0}2. In addition, the self interaction terms ¢**f(j), E*'(j) and G*°"(}) are the
same as in the 3d-periodic case, see (2.24), (4.8) and (4.15), respectively, and can be computed easily.
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The Fourier space parts of the potentials are given by

N
() = 7= D 2, & s O (kb %41 (4.30)

keZ i=1

where the function ®P! is defined in (2.53). Here, we assume periodic boundary conditions with
respect to £ and that this vector has the form

I
t1=|0
0

Note that ®P!(x, -) is a symmetric C* function for each x > 0. For x > 0 the functions ®P!(x, -)
have similar properties as the functions ®P2(k, -), which can be seen based on the very similar integral
representations, see (2.41) and (2.58). In the special case k = 0 we have ®P'(0, 7) — —oo for |r| — 0.

The function is continuous in r = 0 with

(_l)n+1

(a/r)2" =0,
n'n

®P1(0,0) := lim ®PL(0, r) = 1i
0.0) = lim &°'(0.r) = i ),

which is obtained via (2.49). We also easily see that ®P1(0, -) € C*(R). An example is shown in Figure
4.2.

orL(0,r)

Figure 4.2: We plot the function ®P!(0, -) for the splitting parameter a := 1.

It is reasonable to assume that the norms of the particle coordinates with respect to the nonperiodic
dimensions are bounded, i.e., we have ||X;|| < £/, j = 1,...,N, where L > 0. Thus, we have
|1l < Lforalli,j=1,...,N.

We recall that the function values ©®P!(k,r) tend to zero exponentially fast for growing «, see
Remark 2.13. Thus, we can truncate the Fourier series (4.30), i.e., we only include k € 1y, with M; €
2N large enough, choose again i > 2L and approximate each function ®P!(k, -), k € {¥/u,, k € Ipy, }, by
a bivariate trigonometric polynomial. This ansatz is closely related to the NFFT based fast summation
approach for radial kernels, see Section 3.4.2. Similarly to the 2d-periodic case we apply both, the
regularization as well as the periodization approach, now in d = 2 dimensions, cf. Section 3.4.2.
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Regularization: As already described for 2d-periodic boundary conditions, the regularization ap-
proach is applied for k = 0 and relatively small values « > 0. In the 1d-periodic setting we have
to apply the regularization for radial kernels, see Section 3.4.2, with respect to the two nonperiodic
dimensions. The regularized kernels Kr(, -) : [="/2,"/2]*> — R are defined via

@' (k, [lx[) : llxll < L,

Kr(k,x) = {Ka(k, |Ix]) L < |lx]| <n/ay @.31)
Kg(k.hp) 1 x € ["pnh) x|l > 1,

where the functions Kg(x, -) fulfill the 2p — 1 interpolation conditions (3.71), (3.72).
Consequently, the periodic functions

RKr(k, x) := Kr(k, x + hn)  withn € Z%: x + hn € [-"), 1),

are smooth on the two dimensional torus #T?, or more precisely Kr(k, -) € CP~!(hT?), see Figure 3.14.
Thus, we may approximate the functions by trigonometric polynomials, i.e.,

. ~ T
KR(K,x) ~ Z bK,l e27rll x/h,

lE[M
where M = (M>, M3) € 2N? is chosen large enough. The Fourier coefficients I;K’l are simply
approximated via the two dimensional FFT by using equispaced samples of Kr(«, -) in [<"/2, 12)?, i.e.,

1
 M>M;

W > Rrl (hj) © B~y 2 00M), (4.32)

Jely

Since we have ||¥;;|| < L, we obtain

X 7 AT
@Pl(k/ln, ||xl-j||) ~ Z bk/l”,l e27rll ®ij/h
lE[M

for all considered values of k = /.
In order to construct the regularized kernels Kr(x, -) we need to compute the partial derivatives of
OPl(k, ) = Ko(**¥*/a?, a*r?) with respect to r. Note that the relation [Har08]

0K ) _ g () 433)
dy

gives an easy way to compute the required derivatives. The identity can be verified easily by using
the integral representation (2.2.3). The evaluation of the partial derivatives is possible based on the
recursion as presented in the following lemma, see also [NPP15a, Lemma 5.6].

Lemma 4.7. For x € R and k € Ny we have

9% 2’ % 2\.2
WKO(XJ )= Z @k, 1 Ki41(x, y7)y
1=0
2k+1 k
WKO(X, y) = ;ﬁk,lKkHH(x’ 10N
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where the coefficients ay,; and Bk, are given recursively by

o0 = 1,

—2a/k,k =k,
Bri =

—2ak’l + 2(l + 1)a/k,1+1 : else,

Br-1,0 ck>1,1=0,
el =\ —2Pk-1,1-1 k=11 =k,

—2Bk-11-1 + 21+ l)ﬂk—l,l tk > 1, else.

Proof. The result is obtained via induction in k, where we have to apply the chain rule as well as
relation (4.33). |

In the case k = 0 we have to compute the derivatives of In(a?r?) as well as T'(0, a*r?). Since
In(a?r?) = 21n(e) + 2 In(r) the computation of ln(a 2r2) is straight forward. The derivatives

d d"
d—nF(O (121"2) = d—nF(O )

X=ar
are obtained based on the following result, cf. [NPP15a, Lemma 5.7].

Lemma 4.8. For k € Ny we have

2 (& 2k - 1)!
a2k F(O x2) =2e ¥ (Z (( l))' +pk()€))
1
d2k+1 2 [&(2k)!
dx 2k+1r(0 X)) =-2¢" (IZ(; (]E _)l)!x_(ZZH) + Clk(x)) ,

where py and qy are polynomials of degree 2k — 2 and 2k — 1, respectively, fulfilling the recursion

qo(x) =0
pi(x) =2

d
Gr(x) = 2epi(x) = T-pe(®)
2(2k)!

d
Pr+1(x) = 2xqi(x) — aéhc(x) M

Proof. Via the definition of the incomplete Gamma function, see (2.48), we get

d X d 2 —x2
Sr0,x) = —— andthus —I(0,x2) = - =
dx dx

Based on that, the result is obtained via induction in k € N. [ |

Periodization: For x # 0 we consider the error

> 0Pk lIr + hnl) = O (Il = D OP'(k, |Ir + hn).

nez? nezZ?\ {0}
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Since OP!(«, x) is monotonically decreasing for |x| — oo and & > 2L, we have
P (k, |Ir + hnl|l) < O (k,h— L) V|r|l < L,n € Z*\ {0}.

Thus, if ®P!(k, h — L) is sufficiently small, we may consider the periodized function instead and use
the analytic Fourier coefficients based on the Poisson summation formula (2.25). For this purpose, we
have to compute the Fourier transform

./®wamehwﬁv:®WmMm. (4.34)
RZ

Note that we exploit the well known fact that the Fourier transform of a radial function is radial itself.
Lemma 4.9. For « # 0 we have

O (k. I1€1I) = 72 f? = €I o

(2 + €17

Proof. We insert the integral representation of the function ®P!, see (2.58), and get the following
representation of the integral in (4.34).

1 Al Te o LR -
OF (k, |Ir|)e dr = ” e r e dr dr.
R? 1 R2

Now, we just have to compute the Fourier integral of a Gaussian, cf. (2.27), to obtain

0 T2 721£)12
e = [ S e T e e
I ! a? m(k? + €11%)
|
Following the periodization approach, we obtain an approximation of the function ®P!(«, || - ||) via

the Poisson summation formula (2.26), where d = 2. We end up with an approximation of the form

1 A _ T
Ok lIrl) ~ o5 ), O e il eI,
lely

where we have to choose Iy, € 2N? large enough in order to achieve a good approximation.

Similarly to the 2d-periodic case, cf. Remark 4.6, we remark that the periodization approach is
applied in the spectrally accurate Ewald method for singly periodic domains [ST17]. In contrast, the
method presented in [MMY*04] relies on the truncation approach, cf. Variant II in Section 3.4.1,
where the decrease of the Fourier coefficients is rather slow.

Summary: We summarize the precomputations that are necessary for the P2NFFT method under
1d-periodic boundary conditions in the following algorithm.
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Algorithm 4.2 (Precomputations 1d-periodic PPNFFT ).
Input: Splitting parameter a, far field cutoff M; € 2N, mesh size M = (M, M3)T € 2N?, maximum
distance L > 0, period & > 2L, periodic direction €1 = (/11,0,0)7.
Forall k = -Mifp, ... M} —1:
i) Setk:=I k.
ii) fk=00r®P(k,h — L) > &:
a) Construct the regularized kernel Kr(x, -), see (4.31).
b) Compute the coeflicients leK,l, l € Iy, via the inverse FFT, see (4.32).
iii) Else,i.e., ®'(x,h — L) < &: Set

oK [P =2 ||| /(a?h?)

P T )
forall l € Ty;.
iv) Set yPl(k, 1) := l;K’l, leIy.
Output: Fourier coefficients /P! (k, 1) for (k,1) € Ing, M := (M, M, M3)™ . [

In the current implementation of the algorithm, as summarized in Section 4.2, we apply & := 10716
within the second step of the above described precomputation procedure.
With the precomputed Fourier coefficients /P! (k, I) and the matrix

L1 0 O
Lyi:=10 h O
0 0 h
we can write
D~ oG = D P D [Selk. D) + Salk, 1] & Db, (4.35)
(k,1)eIng
where we define the structure factors
Nc
Se(ki 1) 1=y g™t Db (4.36)
i=1
N AN |
Salk.)i= 3 ] Ve, O 437)
i=Nc+1

Note that the approximation (4.35) has the same structure as the one obtained for 3d-periodic boundary
conditions, see (4.4). We just formally replace (7V)~'(k) by /P! (k, 1) and L by L.

In an analogue manner we obtain the following approximations for the Fourier space parts of the
fields and the negative field gradients.

EF()~EF()i= Ve, D P (kD) [Selk 1) + Salk, )] 2P0l

(k,1)eIp
G (j) ~ GE(j) i= =Ve, VI, D dP (k1) [Se(k. 1) + Sa(k, 1)] &2 Dot

(k1YeIng
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Since the structure is the same as for 3d-periodic boundary conditions, we can proceed analogously,
i.e., the sums S¢(k, I) are computed via the adjoint NFFT in three dimensions and Sq(k, [) are obtained
by applying the adjoint gradient NFFT. In order to approximate ¢''(j) the outer sums are evaluated via
the NFFT.

~ ik I TL x .
SN~ D P D [Senh 1) + Sanll D] 2 EDET | gF o (). (4.38)
(k,l)eIpg

For EF(j) and GF(j) we use the gradient NFFT and the Hessian NFFT, respectively.

2 —27i(k )L x ; .
E{G)~ Ve, D 0P [Senlh D) + Sanlh, D] 60 = BE L), (4.39)
(k,1)eIpng

~ —27i(k,l )L x ; .
GI()~—| Ve, VT, DTGP k1) [Sen(h, D) + Sanlh, D] e ED0%i | =2 G, (). (4.40)
(k,l)EIM =

Remark 4.10 (Standard basis vectors). Based on Lemma 2.14 we may, without loss of generality,
assume that the matrix L has the form

Li 0 O
L=({0 In k]
0 b3 I3

see (2.61). Since the box vectors regarding the nonperiodic dimensions are not relevant for the Ewald
summation formulas, see Lemma 2.12, we may replace them by other adequate vectors.

If the particle system is rotated appropriately, we may simply replace the box vectors £, and £3 by
standard basis vectors

0 0
t=|L,| and & =[0], 4.41)
0 Ly

see Figure 4.3. Hereby, the volume of the primary simulation box might change but the diameter L
does not, if done correctly. Note that only the diameter L is of importance for the above described fast
summation approach.

{3 )

Figure 4.3: In the 1d-periodic case the particle system may be rotated appropriately regarding the
nonperiodic dimensions in order to replace the box vectors £, and £3 by standard basis
vectors, without changing the diameter of the limiting box.
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As an example, in case of the box vectors as given in Example 2.15, we may further replace the
vectors

0 0
222 5v2 andfgz -5V2

10 10
by the two orthogonal vectors
0 0
by =202 and b5 = | 202 |,
40 20
3 3

as illustrated in Figure 4.4. By rotating the particle system appropriately, we finally end up with a
primary simulation box spanned by £; = (10V2,0,0)7, £ = (0,20v2/v3,0)T and €3 = (0,0, 20/v3)".

20

10 a

0 7\ | |
-10 0 10

Figure 4.4: In case of Example 2.15 we may replace the two non orthogonal vectors £, and #3 by two
orthogonal vectors in order to fulfill the requirements of Algorithm 4.3.

In other words, in the 1d-periodic case we can break down the box structure to the case of an
orthorhombic box, i.e., L = diag(Ly, L,, L3). Consequently, we obtain ||%;;|| < L with

— 2 2
L= L2+ L2

Ol

A summary of the resulting fast method is given in Algorithm 4.3, where 1d-periodic boundary
conditions are obtained for p = 1.

0d-periodic (open) boundary conditions

For open boundary conditions we have

o(j) = ¢°() + ¢ (j) — ™1 (),

where the single parts are defined in (2.64), (2.65) and (2.24), respectively. We remark that charge
neutrality is not required, since all considered sums are finite.

The computation of the self interaction terms ¢*¢'f(j), E*'(j) and G**!(}) is straight forward, see
(2.24), (4.8) and (4.15), respectively. Furthermore, the computation of the short ranged interactions
¢*Por(7), EP(j) and G*M°"(}) can be realized efficiently based on a direct computation, analogously
to the previously considered types of periodic boundary conditions.
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In order to compute the long range parts efficiently, we apply the NFFT based fast summation
approach for radial kernels, see Section 3.4.2. Therefor, we assume that the norms of the particle
positions are bounded, i.e., [[x || < £/2, which implies ||x;;|| < L, and choose h > 2L.

We define

2« 0
— r=0,
OP(r) := § VT
erf(ar)
: else,
,

and construct the regularized kernel K : [-"/2, 2] — R via

O™ (|lxll) : llxll < L,
Kr(x) = Kp(llxl) L <lx]l <"/, (4.42)
Kg()  ix € [P0 x|l > M

where the polynomial Ky fulfills the 2p — 1 interpolation conditions (3.71), (3.72).
Thus, the periodic function

Kr(x) := Kp(x + hn)  withn € Z° : x + hn € [-"),"2)°,

is smooth on the three dimensional torus ~2T>, or more precisely, Kg € CP~!(hT?). Consequently, the
function can be approximated by a trigonometric polynomial

kR(X) ~ Z l/’;pO(l) eZﬂilTx/h,

lely

where M € 2N should be chosen large enough. The Fourier coefficients yP(I) can be obtained by

using the FFT via

. 1 _ et
o) = T > Re((hj) o M~ i teM ™, (4.43)
JeIm

Since we have ||x;;|| < L, we obtain

®p0(”xij”) ~ Z @PO(l)ezmﬁxij/h.

lEIM

The derivatives of the function ®"° can be expressed via

ar & (n) dF k1

— @) = - z

T O(r) = k:EO (k) o erf(ar) = (4.44)
where the computation of the derivatives (f:n%kk} is straight forward and the derivatives (fr—kkerf(ar) can

be obtained by considering the well known derivatives of the Gaussian function.
Now, we have

S~ $FG) = Y PP [Sel) + Sa(D)] &> s, (4.45)

lelpy

where we define the matrix

h 00
Lo:=[0 h 0
0 0 h
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an the structure factors

Ne
Se(l) i= g™ Ew ¥, (4.46)
i=1
N aTy -1
Sal)i= 3 ] Vi, @47)
i=Nc+1

Note that the approximation (4.45) has again the same structure as the one obtained for 3d-periodic
boundary conditions, see (4.4). We just formally replace (7V)~'y/(k) by y/*°(I) and L by L.

In an analogue manner we obtain the following approximations for the Fourier space parts of the
fields and the negative field gradients.

EF(j) ~ ELG) 1= =V, Y d™ D [Sel) + Sat)] &> H,
lely
GF(]) ~ GF(]) = —ij V; Z lﬁpo(l) [Sc(l) + Sd(l)] e—ZHiITL;&xj‘

J
leI; M
Since the structure is the same as for 3d-periodic boundary conditions, we can proceed analogously,
i.e., the sums S (/) are computed via the adjoint NFFT in three dimensions and S4(/) are obtained by
applying the adjoint gradient NFFT. In order to approximate ¢ (j) the outer sums are evaluated via the
NFFT.

SEG = | D W) [SenlD) + Saa()] e Hw0% | = g, (. (4.48)

lE[M

For EF(j) and G (j) we use the gradient NFFT and the Hessian NFFT, respectively.

~ —2mil "L x; .
E{()~ = |V, D 0P [Sen(D) + Sax(D] 2 B0 | = B, 1), (4.49)
lE[M ~
» 27l "L x .
GL() ~ = [ Vi, VI, D P [Sea(D) + San(D)] e 0¥ | =2 GF (). (4.50)
lE]M

Remark 4.11 (Standard basis vectors). Suppose that the given particle positions x ; are located in a box
spanned by three linearly independent box vectors £, £, and £3. We remark that only the maximum
distance L between the particles is relevant for the fast algorithm, as described above.

Thus, we may replace the box vectors by other appropriate vectors. If the particle system is rotated
appropriately, we can simply replace the box vectors by standard basis vectors

Ly 0 0
t1=|10| &=L, and ¢3=|0 (4.51)
0 0 Ly

without changing the diameter L of the limiting box, see Figure 4.3. Then, we have x;; < L with

 |r2 2 2
L = L1+L2+L3.
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The P?NFFT method for open boundary conditions is summarized in Algorithm 4.3, where we have
to set p := 0.

For open boundary conditions we may also apply the fast summation approach by regularizing the
kernel function K(r) = ~! at the boundary of the interval as well as in a small region [, €] around
the singularity in » = 0, see [PS03, FS04, PSN04, PPvR06]. However, the application of the Ewald
splitting (2.17) embeds the Od-periodic case into the unified framework of P>NFFT for 3d-periodic and
mixed periodic boundary constraints. At the end of the day, our algorithm follows the same modular
structure for all types of periodic boundary conditions, see Algorithm 4.3.

Whereas the above presented approach makes use of the regularization technique in d = 3 di-
mensions, the method introduced in [MT99] simply truncates the non-periodic kernel function, cf.
Variant II in Section 3.4.1. Consequently, this method yields a rather low accuracy, since the approxi-
mated periodic function is only continuous.

4.2 Implementation

An implementation of the PPNFFT method, as presented above, is part of the ScaFaCoS library [ABD™],
which is a massively parallel, open source software library for computing Coulomb interactions. It
includes several other methods, such as P°M [HE88, DH98a, DH98b], FMM [GR87, KD11, Kab12],
and multigrid based solvers [TOS00, Bol08], for instance. A first implementation of P2NFFT realized
the efficient computation of charge-charge interactions subject to fully periodic boundary conditions,
see [PP11, PP13, Pip15]. Later on, the generalization to mixed periodic and open boundary conditions
was introduced and implemented, as presented in [NP13, NPP15a, NPP15b, Nes17].

Finally, the implementation of the versatile PPNFFT framework for charged particle systems has
been extended in order to compute also dipole-dipole [Nes16b] as well as charge-dipole interactions
[HNP17], which are present in particle systems containing a mixture of charges and dipoles. Note that
the treatment of pure charge as well as pure dipole systems is still included. Therefore, adding support
for dipole-dipole and charge-dipole interactions makes the software applicable to an even wider range
of possible applications.

In the following we present a brief summary of important details concerning the current implemen-
tation.

What ScaFaCoS computes

In order to commit the particle data to the ScaFaCoS test program, the data have to be listed in a
specially formatted xml file. The ScaFaCoS interface had to be extended appropriately to allow for the
presence of dipole particles. To this end, each particle is specified by the following attributes.

* Either type = "charge" or type = "dipole"

* and correspondingly charge = "q" or moment = "mul mu2 mu3",
e and position = "x1 x2 x3".

Furthermore, the file should contain the three box vectors £, £, and £3 as well as the periodicity
p € {0,1}3, where p(j) = 1 if periodic boundary conditions are required with respect to the dimension
j and p(j) = 0 otherwise.

Possible structures of the regular matrix L = [£1, {5, £3] are summarized in Figure 4.5.
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3d-periodic  2d-periodic 1d-periodic Od-periodic
(p=3) (p=2) (p=1 (p=0)

* x 0 Ly 0 O Ly 0 O
* % 0 0 L, O 0 L, O
* % % 0 0 ILj 0 0 Ls 0 0 L3

Figure 4.5: Possible structures of the matrix L € R¥3 for the PPNFFT method in ScaFaCoS. The
columns, i.e., the ordering of periodic and nonperiodic directions, may be permuted arbi-
trarily.

Note that the restriction to the presented structures for mixed periodic and open boundary conditions
does not really pose a restriction since an arbitrary given triclinic structure can be traced back to
the more simpler cases, see Lemmas 2.10, 2.14 and Remarks 4.10, 4.11. Furthermore, periodic and
nonperiodic dimensions are allowed to be ordered arbitrarily.

All required parameters can be easily specified by the user, as for example the near field cutoff radius
feut > 0, the splitting parameter & > 0, the mesh size M € 2N?, the oversampled mesh size M, € 2N?,
the NFFT window function ¢, the support parameter m € N, the shape parameter b € R, the type
of the applied differentiation scheme (ik or analytic), the degree of smoothness p € N as well as the
relative size of the regularization domain represented by

1 L
&g == — —. (4.52)

We refer to eg € [0, 1/2) as the regularization parameter. As usual, we denote by L > 0 the maximum
distance of two particles regarding the nonperiodic dimensions.

Note that different shape parameters may be applied in the single dimensions and, thus, we write
b € R3. However, in our numerical examples we always apply the same shape parameter b in all three
dimensions, as already assumed in Section 3.3.

Finally, the P’NFFT algorithm computes

* the potentials ¢(j) as well as the fields E(j) for all charges (j = 1,..., N,),
* the fields E(j) and the negative field gradients G(j) for all dipoles (j = N. + 1, ..., N),

which can be written to an output xml file.

Based on this, the energies per particle U(j), the total energy U, the acting forces F () as well as the
torques of the dipoles 7(j) can be computed afterward with complexity O(N), see equations (2.13),
(2.16), (2.14) and (2.15).

We give a summary of the described algorithm for various types of periodic boundary conditions in
Algorithm 4.3. In order to keep the notation simple, we assume that the box vectors €1, £ and {3 are
sorted such that all periodic directions are listed first.

Algorithm 4.3 (P>°NFFT).

Input: Number p € {0, 1,2, 3} of directions subject to periodic boundary conditions, particle positions
X € R3 located in a box spanned by three vectors £y, £, and £3 (resulting in a valid box structure
as summarized in Figure 4.5), charges ¢; € R, j = 1,..., N, and dipole moments u ;€ R3, Jj =
N: +1,..., N. Further required parameters: Ewald parameter @ > 0, near field cutoff radius 7y > 0,
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mesh size M € 2N°, oversampled mesh size M, € 3N, NFFT window function ¢, support parameter
m € N, shape parameter b € R?, degree of smoothness p € N, regularization parameter &g € [0, /).

i) Precomputations: Compute the set of Fourier coefficients

{(xV)"(k), k € Iy} via (2.31) p=3
7p2 . L
{c(k),k € Ip} = {"/fpl(k’ D, (k. 1) € In } via Alg. 41 :p=2
{JPY(k, 1), (k1) € In} viaAlg. 42 :p=1
p=0

{FP0(0), 1 € Ty} via (4.42), (4.43)

i) SetS :=Z°x{0}* and compute the short range parts ¢*1°7(j) ~ ¢Shor(j), EShOr(j) ~ Ehor(j)
and G*"°(j) ~ G;M°"() directly via truncation at radius 7, i.e., evaluate (4.1), (4.6) and (4.14),
respectively, and take only terms ||x;; + Lr|| < 1y into account.

iii) If p € {0,1,2}: Set
|L3]

‘p
L:= 1/L§+L32 p=1,
[r2 72,72 .
Li+Ly+L; :p

and i := (12— eg)~'L, cf. (4.52).

iv) Define the matrix

Il
S~ P ow

L = (1,62, ¢3)

Ly, = diag(L, h)
Lp1 = diag(Ll, h, h)
Lp() = h13’3

M

T T DD
Il

v) Approximate the structure factors
N

Se(k) := Z qi e27riKTA‘]xl~ ~ Sc,z(K)a Kk € Ipm,

i=1

via the adjoint NFFT.
vi) Approximate the dipole structure factors

N o
Sa) = Y u] Ve, A 25, (), k€ Iy,
i=Nc+1

via the adjoint gradient NFFT.

vii) Approximate the Fourier space parts of the potentials via the NFFT.

OG) [ D ) [Senli) + San(i)] AT = gl ()

KEIM ~
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viii) Approximate the Fourier space parts of the fields via the gradient NFFT.

E'())~ =V, Y k) [Senlh) + Sun(i)] 2N 50| < BF ()

kelpy ~

ix) Approximate the Fourier space parts of the negative field gradients via the Hessian NFFT.

. —27ik A x ; .
G'(j)~ - ijV;j Z c(k) [Sc’:(K)'FSd’::;(K):I e ik ATX | o ngnm(])

KGJM

2

x) If p = 3: Compute the k = 0 parts ¢°(j) via (2.36) and E®(j) via (4.7).
If non-vacuum boundary conditions are desired, replace the term 3V in (2.36) and (4.7) by
3V(1 + €), where € denotes the dielectric constant of the surrounding medium.

xi) Compute the self interactions ¢*f(j) via (2.24), E**!(}) via (4.8) and G*(j) via (4.15).

Output: Approximate potentials, fields and field gradients, i.e.,

Gp2nm(f) = B + P () = %) + 63 2°()),
Epnn(j) = E{"() + () = E¥ () + 6,3 E°(),
Gponiii(j) := G™"(j) + G () = G ().

Afterward, the forces F(j) are obtained based on (2.14) and the torques of the dipole particles 7(;)
are computed via (2.15). The single energies U(j) and the overall energy U can be obtained based on
(2.13) and (2.16), respectively. U

We emphasize that the first step of the algorithm, which we refer to as the precomputation step, has
to be executed only once, even if the algorithm is applied several times during a simulation involving a
large number of time steps. This is due to the fact that these computations do not depend on the positions
of the particles, but only on the size of the primary simulation box. A rerun of the precomputation step
becomes necessary if particles leave the simulation box in a direction subject to nonperiodic boundary
conditions, which requires an extension of the simulation box. We remark that the PPNFFT method has
already been used in connection with the simulation software ESPResSo [LAM*06] for simulations in
dipolar systems with open boundary conditions, see [WNW™*18].

The near field module

The computation of the near field interactions, as described in Step 2 of Algorithm 4.3, is delegated to
the near field module, which is shared among several solvers in ScaFaCoS. Arbitrary triclinic box shapes
and types of periodic boundary conditions are supported. The module computes particle interactions
efficiently based on a linked cell scheme and evaluates a solver-specific short range function, e.g., by
applying the Ewald splitting as needed for our method. The massively parallel implementation is based
on a sorting library providing efficient data distribution methods, see [DHR07, HR09, HR13].
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Far field computations

The computation of the Fourier space parts is done as described in Sections 4.1.1 and 4.1.2 or rather
Algorithm 4.3. The massively parallel computation is realized with the PNFFT software [PP13, Pipb],
where the Hessian NFFT and the adjoint gradient NFFT have been added as new modules, needed in
order to treat systems containing dipoles. Note that the PNFFT algorithm itself is based on the PFFT
library [Pip13, Pipa, Pip15] for computing massively parallel FFTs.

The software enables the usage of various NFFT window functions, as for example B-splines, the
Bessel and the Gaussian window, as introduced in Section 3.3. Furthermore, also the so called Kaiser-
Bessel as well as the Sinc window are available, see [Pip15] for instance. The user of the software
may easily switch between the different window functions. In addition, the shape parameter, if present,
may be changed. By default, the repeated evaluation of the window function is realized based on a
third order interpolation scheme, i.e., a list of function values is computed in advance and saved in an
interpolation table. This enables an efficient and very accurate evaluation, which is independent from
the used window function. Thus, only a few arithmetical operations are required, which is in terms of
computational efficiency comparable to the fast Gaussian gridding [GLO4].

The computation of the Fourier space parts follows the same modular process for all types of
boundary conditions, which is the computation of the structure factors via the adjoint (gradient) NFFT,
followed by the multiplication with the Fourier coefficients and a (gradient or Hessian) NFFT for the
approximation of the outer sums. A change of periodicity can be performed easily by replacing the
Fourier coefficients (k) from the 3d-periodic case with some appropriately precomputed coefficients,
as described before. In addition, the nature of the used Fourier coefficients is not relevant for the
presented modifications for dipole-dipole or charge-dipole systems. All formerly derived features, as
for example the suitability for massively parallel architectures, cf. [PP13, Pip15], and the application of
interlacing, are also available in combination with the presented extensions. For a detailed discussion
of the interlacing technique within the scope of P’M and P?NFFT we refer to [NH10, CBH11, Pip15].

In the precomputation step for mixed periodic and open boundary conditions we compute the
necessary regularized kernel functions, cf. (4.18), (4.31) and (4.42). The required Fourier coefficients
are obtained by sampling the regularized functions at equispaced nodes and applying the FFT regarding
the relevant dimensions. Therefor, the evaluation of the kernel functions as well as of their derivatives
up to a certain order is required. These derivatives can be computed by the presented analytic
representations, see (4.20), (4.21), Lemmas 4.7 and 4.8 as well as (4.44). In order to save time within
the precomputation step we used the presented recursions in combination with a computer algebra
system in order to precompute the analytic expressions of the considered derivatives up to a sufficient
order.

We remark that we face several numerical problems concerning the computation of the required
derivatives in case of 2d-periodic and 1d-periodic boundary conditions. Details on overcoming these
challenges are discussed in [NPP15a]. Especially, the evaluation of the modified incomplete Bessel
function in case of 1d-periodic constraints is difficult and there are only a few publicly available
implementations for its evaluation. Within the P°NFFT precomputation step we evaluated the function
based on the iterative algorithms presented in [SS10], with some modifications in order to overcome
numerical problems, see [NPP15a]. Later on, the implementation could be further improved based on
[SW15].
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P2NDFT Ewald

In addition, the PNFFT library also allows the direct evaluation of the various trigonometric sums. We
refer to the direct computation of the sums (3.6) as discrete Fourier transform for nonequispaced data
(NDFT). The NDFT ends up with an undesirable arithmetic complexity of O(N|Zps|). Analogously,
the sums (3.21), (3.24), (3.29), and (3.31) may be obtained via a direct evaluation, which we denote as
the adjoint NDFT, the gradient NDFT, the Hessian NDFT and the adjoint gradient NDFT, respectively.
The P>NFFT interface in ScaFaCoS enables the user to easily switch between the fast computation and
the direct evaluation (via flag pnfft_direct).

Remark 4.12 (P’NDFT Ewald). By applying the direct evaluation methods (NDFT) instead of the fast
modules (NFFT), the described method is in case of 3d-periodic boundary conditions equivalent to a
pure Ewald summation, where only the Ewald truncation errors, see Section 2.3, are present. Thus, we
refer to this method as the PPNDFT Ewald algorithm. This method may serve as a reference method
for numerical experiments since its approximation error is well controllable. U

4.3 Approximation errors

In the field of molecular dynamics simulations the root mean square (rms) error in the forces is a
common and adequate measure of accuracy. The rms errors in the forces arising from the truncation
of the Ewald summation formulas have been considered in Section 2.3.

The NFFT based approximation of the truncated Fourier space sums introduce further approximation
errors, which are considered in the following.

We split the Fourier space part of the force into two parts and truncate the infinite sums, i.e.,

F() = (FeeD T Feg D Fee Uit Fog (e j =1 Ne
FoeD+Faa)~ Foo G+ Fag G j=Net Lo N,

see Section 2.3.3.

In the following we derive estimates for the rms errors resulting from approximating the truncated
forces via the different NFFT modules. In order to keep the notation short, we define for n € {0, 2,4, 6}
the sums

Ya(k) i= Y LT (k +7 0 Mo"G o, (F0:
rez3
as well as
Tak) = > LTk +1 0 MG opg (@0 = Yulk) = 1L (B0

rez3\{0}
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Again, we rewrite the approximation errors via

Ne
Fi. () —-FE () =gq; Z qGixes,
i=1

N
FLoGh-FLy(e=a; > lulxi™s
i=N.+1

N (4.53)
Fi o (De=Flo (e = Il ) aixse,
i=1

N

Fho=Fiahe= Nl > el
i=N.+1

where thpe( J)x = Ftl;pe( J)ik in case of ik-differentiation and thpe( J)x = Ftl;pe( J)ad for the analytic

differentiation approach, where the place marker type stands for the different types of errors (c.c., c.d.,
d.c.,d.d.).
In order to estimate the expected force errors, we compute the quadratic means

1
Xigpe = 173 /LT /LT e I d;dx (4.54)

for the four different types (c.c.,c.d.,d.c.,d.d.).
In order to keep the notation short, we furthermore define

~ : Tr-1
Z(k,x) = )" csrom, (@) eXrikr oML (4.55)
rez3

in the following. The ik-differentiation approach is considered in Section 4.3.1 and the analytic
differentiation approach is discussed in Section 4.3.2.

4.3.1 Differentiation in Fourier space

We recall that the Fourier space parts of the forces acting on the charges are approximated by applying
the gradient NFFT. Based on definition (4.55) we can rewrite the approximated forces as follows, cf.
(3.29).

j 2mig; - ") ~ N 2mi(k+r TL x;
FEo (e =L 3 S TR b (K)Se (K)ckesron, (@) e 2k oMo LT,
kely rez?
2ig; _ . .
=" 2, WK (RS~ (k) Z(k, ~x}) = F{ o (i (4.56)
kelpy
and
) 2riq; ~ . ke o
FEoor =2 30 3 W) die (k) Sai o )ciron, (§1) e 2k oML x;
v kelpy rez3
2iqg; B . '
= D W) dip ) Saw (k) Z (K, —x ;) = FE 4 ()i

kEIM
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The Fourier space parts of the forces for the dipole particles are obtained analogously by using the
Hessian NFFT. By making use of (3.30) we get

. 47T2 _ _ AA - _2ri Tr-1,.
Fiohix —= ) 2 W] (LR () Se~(K)cksrom, (@) e 7k oML

kely rez?
dr _ _ A A .
= 7””]‘” Z (L™TK)|IL™ k|| cos yk, jdi i (k)Sc~(k)Z(k, —x;) =: F} . ()i
kE[M
and
: 47T2 - - 77 ~\ —2mi(k+r TL 'x;
Flo(r == > 3 WTIu] (LT k)di () Sa k()i or on, (@) e 2 oMo L,
4% J
kelpy rez’
4r -T -T 2 oA F /.
= 7””]‘“ Z (L™ K)|IL™ " k|| cos yk, jdky(k)Sqi(k)Z(k, —x;) =: F g 4 ()ik.  (4.57)
kEIM

In the following theorem we present estimates of the quantities yZ. , )(Cz_ 4 Xic. and )(g_ 4.» s defined
via (4.53) and (4.54).

Theorem 4.13. Let a charge neutral system (2.5) with N. charges q; € R, j = 1,..., N, and N4
dipoles with dipole moments p; € R3, j=N.+1,...,N, be given. Assume that the truncated Fourier
space parts of the forces F f( j) are approximated via the PPNFFT method with oversampled mesh size
M, and a symmetric window function ¢. In case of ik-differentiation we obtain

4 B . o
Yo =vs 2 ILTRIPOGO? (1 - 226 (@) + ditoCk)?). (4.58)
k€]M
2 o2 1o L7Tk|[*0(k)? (1 = 2d2c2 () + diYo(k)? 4.59
Koo = Xie S5 D ILTTRIM (k) Ra(@) + k), (4.59)
kE[M
64n* _ . . n
Xoa <75 2 ILTTRIOGR) (1= 24280 + ditoCk)?) (4.60)
kely

Proof. By utilizing (3.23) as well as (3.32) we obtain the following representations of the approxima-
tions S¢ ~(k) and Sq ik(k), respectively.

N Nc
~ . Tyl A
Sc,z(k) = dk Z qi Z Ck+r@M0((,5[) eZm(k+r®Mo) L7xi dk Z qu(k, xi) (461)
i=1 rez3 i=1

and

N
LA _ - . Tyr-1,..
Sall) =2mide D" pl(L7Th) D" ciirom, (@) eXmiksr oMo L x

i=N¢+1 rez3
N
= 2midi ILTH N D Nl cos v i Z(k, x,). (4.62)
i=N.+1
Thus, we obtain
F . 2iq; S N X
FloG= = ) a D, LTRdpi()Z(k, x)Z (k. ~x)).

i=1 kely
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ie.,
2i . Ty
X = Vl > Wk (ezﬂlk L _ 27k, x)Z(k, —x_,)) .
kE[M
Integration with respect to x; yields

: 4 - P ik Ly . 2
V‘/L’F " P = V2 Z IE Tkllzlﬁ(k)2|e L — dea( @) Z(k, —xj)|
kEIM

4 _ o s
+i5 O ILTTRIPR () Tkl Z (k. ~x )P,
kGIM

where we simply use Parseval’s identity. Applying the identity once again yields

4 A N - s
o= gz 2 IETKIPR®) (- (@) + dic@oho(k) + GiTn (k).
kEIM

Replacing ¥o(k) by Yo(k) — ¢ (@) and simplifying further gives (4.58).
In exactly the same manner we obtain

4 . I
X5t == 0 TRl cos iy (XY - 2k, x)Z (k. ~x,)))
kEIM

Integration with respect to x; and x; and estimating cos? vik < 1 gives (4.59). The same is obtained
for the dipole-charge term, where

c 4r _ A _ ik TL \x:
X = -5 Z (L™ Tk) (k) ||IL k|| cos yx.; (e2 K L7xy — 27k, x)Z(k, —xj)).
kEIM

For the dipole-dipole interactions we easily see

871'21 _ ~ _ e
X = 7 Z (LR (O)|IL™ k|| cos i, ; cos Y, (ezmk Lo — g z(k, x;)Z(k, —xj)) -
kEIM
Integration and estimating the quadratic cosine terms from above by 1 gives (4.60). |

Remark 4.14 (Undesired self interaction). In Remark 4.1 we discussed the introduced systematic
errors regarding the approximations F{ . (j) ~ F¢ . (j) and F§ , (j) ~ F§ ; (/).
Similarly, we compute undesired self interaction terms in (4.56) and (4.57), which read as
.2

. 2ig; R
FlOwe=—" >, WTOEdh)Z(k x)Z(k.~x))
kelpy\Iy,

and

- 8ri _ _ N
Fol D= =mlmgl? Y W TILTkIP cos? v dgu () Z (k. x) 2 (k. )
kely\I;,



4.3 APPROXIMATION ERRORS 129

respectively. The result is obtained by extracting the term with x; = x; in Sc~(k) or Sqik(k) and
applying (4.61) or (4.10), respectively. Since the NFFT window is assumed to be symmetric, we
obtain

Z(k, —x]') = Z(—k, x]')

and, as a result of the underlying symmetry, the terms for +k € I, have opposite signs and cancel out
each other.

Note that the resulting errors are not completely independent from the particle positions and, thus,
we do not speak about systematic errors in this context.

However, when using symmetric index sets, the ik-differentiation approach is by construction
momentum conserving, since the self forces are zero and the forces regarding the interaction between
two particles are equal with opposite signs, cf. [HE8S, Section 5.3.3]. In contrast, the ik-differentiation
approach is not energy conserving, see [HE8S8, Sections 5.5 and 7.6]. ([

We denote the resulting rms errors by

AFFIK o Oxe.c.
C.C. ‘\/ﬁc
oM

with yc.. as given in (4.58),

A Fchlk ~ N Yed. with y..4. as given in (4.59),
(4.63)
O LT
Mxd.a.

AFPIK
-

We obtain approximations of the actual errors based on Theorem 4.13, provided that the diagonal
contributions with i = j, see Remark 4.14, are negligible. In this context, we remark that the influence
of the present self interactions on the overall approximation errors has not been studied so far. Hence, it

is widely unknown how much the usage of non symmetric index sets Zpy might influence the accuracy
of the P2NFFT method in general.

with yq4.4. as given in (4.60).

Corollary 4.15. For the ik-differentiation approach the rms force errors become minimal for the
deconvolution coefficients (3.17).

Proof. The result is obtained easily by differentiating the expressions
1 - 2d2 i (¢) + d Yo(k)?
with respect to dy and setting the results equal to zero, which gives
~4dycp (¢) + 4d) Yo(k)* = 0
— 4 (C,%((ﬁt) - d”,ﬁyo(k)z) - 0.
By taking also the second derivative into consideration we see that the minimum is indeed obtained for

dy = e (@)Yo(k) ™.
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Finally, we obtain

(Y‘)(") )2 = (@)
2 ~
1- 2dzc,% (@) + a,?;:Yo(k)2 = (@) .
_ ( f;’((’;)))  de = a(@)Yo(k) .
k t

Efficient computation of the resulting rms errors

We consider the computation of

L ILTRIM? (1 - 243 (@0 + diYo(k)?)
kGIM

= > IR e TR (1 2R (@) + diYok)?)
kep\{0}

cf. (4.58), (4.59) and (4.60).

For simplicity we restrict our considerations to the standard deconvolution approach, where we set
dk =¢ got) We remark that the optimized deconvolution approach has been discussed in [Nes16c].
A comparison between the two variants yielded that the optimized deconvolution does not promise
significant improvements in terms of accuracy, which is mainly due to the rapid decrease of the Fourier
coefficients (2.31). The same has been observed in Section 3.3.1 and [Nes16a].

In case of the standard deconvolution approach we obtain [Nes16c]

LTk 2 TR (1 - 2@ + divo(h)?)

kely\{0}
2
— ”L—Tk”n—4 6—271'2||L_Tk||2/(l2 YO(k) ~1
(@)
keI \{0} K\
3
< Z “L—Tk”n—4 e—27r2||L—Tk||2/(l l_l 1+ Sj(k )
kelp\{0} J=1
3
— ”L—Tk”n—4e—271-2||L‘Tk||2/a l_[ 1 +2Sj(k )+ S (k )) ) (464)
kelp\{0} j=1 h-‘/———-/
= Sj(kj)

where we make use of the upper limits s;(k;) in the single dimensions, cf. (3.43).

The sums (4.64) may be evaluated directly with O(|Zys|) arithmetic operations. In the case that the
box vectors are orthogonal to each other, see Remark 4.16, we may use a more efficient evaluation
scheme.
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Remark 4.16. If L is a diagonal matrix L = diag(L, Ly, L3), i.e., the particles are located in a
orthorhombic box, the computation of (4.64) is possible in O(M| + M, + M3) for n € {4, 6}.
This can be seen as follows. We have ||[L™"k||?> = ¥/ + ¥ /12 + K/r2 and define

MJ/I—l P

R(p) = Z ( ﬁ ) e—znzkz/(azLj.)
J L:
k=—M;} J

MJ/I—l 14

< k" —oxya?r?

s Y sto(f) e,
k=—M;i/ J

Using this notation, we get

167> s

2 _ .2 (0) 5(0) o(0) (0) ¢(0) ¢(0) (0) ¢(0) o(0) c

Xod = Xie S Vv E (RJ.] RJ.2 Sj3 + RJ.] sz Sj3 ) +8,78,787 - | |(1 +35;(0)) + 1
JuJ2.J3 J=1

4
@ _ o ( @) p@g2) , p2) ¢ (2)) 2) 42 ¢(2)
Xad. S 2 (Z Rj Ry Siy + R Siy Si7) + 51757557

J1:J25J3
In order to estimate y2_. we need to evaluate (4.64) with n = 2. Due to the presence of the term
IL~Tk||~2 the evaluation is not readily possible with only O(M; + M, + M3) arithmetic operations.

Suppose that we have given an approximation of the form
1 n
-~ Z r; e @i, (4.65)
X
i=1

which is valid for all x in a sufficiently large interval. In our numerical tests we apply an approximation
presented in [Hac05] with only n = 11 exponential terms, which are required in order to keep the
relative approximation errors below 1 for all x € [1,2 - 10%). The maximum absolute approximation
error is &ps ~ 6.8 - 107°. The relative errors are small for small values of x and adopt values of
approximately 1 for large x.

We obtain
_ K k2K
1<x:=L2 IL7Tk|? =12, (L—% + L—% + L_}) Vk %0,
where Ly := max{Ly, Ly, L3}. Based on that, we get
4 20T -TE 12 /02 3
Ko Svs Dy WP YT (14 5(ky)) ~ 1
kel \{0} j=1
412 & 3
X % Z ri Z (Ri,jl Ri,szi,j3 + Ri,j] Si,szi,js) + S,-,lS,-,le-,3 - l_[(l + 51(0)) +1],
i=1  \jij2J3 Jj=1
where we set
M;fi—1
Rij - Z e—znzkz/(a2LJ2)—wikszm/LJ%
k:—Mj/Z
M;/i—1
Sy Y Hlle PRIk ]
k:—Mj/Z

foralli =1,...,nand j € {1,2,3}. [
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Based on the presented error estimates we may also tune the NFFT parameters in order to achieve a
required accuracy of the PNFFT method. In case of orthorhombic box shapes the tuning is possible
with only O(M| + M, + M3) arithmetic operations, as discussed in Remark 4.16.

Remark 4.17 (Shape parameter tuning P>NFFT). The shape parameter of the Bessel window function,
for instance, may be optimized similarly as presented in Algorithm 3.4 via

min max {AFF’ik AFFK ARk AFF’“‘} )
b c.d. d.d.

C.C.» d.c.”?

]

In the following Example we demonstrate how the choice of the shape parameter influences the
approximation error of the PPNFFT method. In the same breath, we test the above described automated
tuning procedure.

Example 4.18. We set N. = Ng = Q = M := 150, assume a cubic primary simulation box of size
10 x 10 x 10 and compute the error estimates (4.63) based on Theorem 4.13.

For the NFFT approximations we assume a support parameter m := 4 and an oversampling factor
o := 1. In afirst test we computed the resulting errors for different shape parameters b, where we fixed
the Ewald parameter « := 1, see left hand side of Figure 4.6. Again, the errors are highly influenced
by the choice of the shape parameter b. For comparison, with the B-spline window we obtain

AFEK ~ 353721077,
AFPY = AF; ~1.6398 - 1076,
Eik _ 106
AF; "~ 7.7628 - 1077,
where we applied the same parameters m, o and a.
In a second test the shape parameter b has been optimized for different Ewald parameters «.
Fundamentally different optimal shape parameters are obtained among the different values of «, see

right hand side of Figure 4.6. In the case @ = 1 we obtain by = 4.75, as expected based on the first
test. L]

4.3.2 Analytic differentiation

In order to keep the notation short we define the sums

2(k,x) 1= )" L7 (k + 1O Mo)cksrom, (@) koMo L,

rez?

_ - ; Tr-1
Wk, x, 1) := " 008 Yyukr[IL 7T (k + 7 © Mo)l|chesron, (§) 2™k oML

rez3

as well as

— - ~ i -1
Wk, x, ) 1= " L7T(k + 1 © Mo)cos Yyuger Ik + 7 © Mol srom, () e+ oML,

rez3

where y,, k » denotes the angle between a vector u € R3and L™ T(k +r © M,).
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|- ‘ -
1074 — AR | 551 :
i Y -
C. 1. | Y
E 10| ARkl g S |
(5] r Fik |
ot N ARy, 1 g 45| .
g 06 5 4
g o) T4
g I NN | Q 41 :
T o107 1 £
] 2 351 2
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shape parameter b Ewald parameter o

Figure 4.6: Predicted rms force errors (4.63) for the Bessel window. The errors are plotted with respect
to the shape parameter b, where we applied the Ewald parameter @ := 1 (left). The tuned
optimal shape parameters for different values of @ are plotted on the right hand side.

Therewith we can rewrite the approximated forces as follows

. 2igj 5 A .
FloGnm = D ded®)Se(b)z(k.~x)) = FE (aa. (4.66)
kelpy
F . 2iqj oA F .
FOox 0 D ded()Saaa(k)z(h~x)) = F Ly (aa,
kGIM
1 7 .
Fio Ghx —= > db(k)Se~(oowle,—x) ;) =t Fi  (Dac
kEIM
I 171 IS ,
Flo(ox — > d(lo)Saaakw(k, —xj, ;) =2 Fh ; (j)aa- (4.67)
kely

The approximations Sq ,q(k), obtained via the adjoint gradient NFFT with analytic differentiation, can
be rewritten as

N
Saaa(k) = 2mide D" N IW(k, xi, 1)
i=N¢+1

based on (3.33).

Remark 4.19 (Undesired self interaction). In Remark 4.14 we discussed the presence of undesired
diagonal contributions to the approximation errors caused by applying the NFFT algorithms with
ik-differentiation. Of course, this applies also in case of analytic differentiation, i.e., we compute
undesired self interaction terms in (4.66) and (4.67). In contrast to the ik-differentiation approach,
it is widely known, cf. [HE88, CDDL09, BCH11], that the analytic differentiation approach is not
momentum conserving by construction, even not if symmetric index sets 7, are used. In other words,
the computed self interactions may influence the accuracy significantly. On the other hand, the analytic
differentiation scheme is energy conserving, provided that the truncated NFFT window function is
differentiable, cf. [HE88, Sections 5.3.3, 5.5 and 7.6].
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The included self forces in (4.66) and (4.67) are given by

. 2ig? )
FELGha = =7 ) dpik)z(k,x )z (k. ~x))
kely

and

oo 8ri 7
Fyh U= gl Y ded oW, x pyw(k, —x, ),
kely

respectively. The terms for £k € I, do not cancel out by construction, as it is the case for the ik-
differentiation approach. We remark that the arising self-interactions in the P*M method have already
been studied in [BCH11], where the authors also derive an analytic formula in order to subtract the self
forces regarding charge-charge interactions. Furthermore, it is shown that subtracting the self forces
may increase the accuracy considerably. 0

As in the case of ik-differentiation we initially assume that the diagonal contributions to the overall
error are negligible and compute the quantities y? ., Xg, 4 )(ic. and Xg. 4 as defined via (4.53) and
(4.54).

Theorem 4.20. Let a charge neutral system (2.5) with N. charges q; € R, j = 1,..., N, and Ny
dipoles with dipole moments p; € R j=N.+1,...,N, be given. Assume that the truncated Fourier
space parts of the forces F f () are approximated via the P>NFFT method with oversampled mesh size
M, and a symmetric window function ¢. In case of analytic differentiation we obtain

Ko = o 3 9P (ILTIPA - 28 + TR v(0).

kEIM
1672 A _ . N
o € 5 > B0 (IL7TKIM - 2826060 + dia(hna(h))
kely
1672 . _ . .
Yee € 5 0, D07 (IL7TKIF( - 24260 60) + 4otk )va(h))
kelpy
647* ~ _ . X
Yo < 205 2 W00 (LRI - 2d0ci (@) + dinkn(h)).
kelpy

Proof. With the representation (4.61) of the approximations S. ~(k) we obtain

2i N Ty
Xfl:]c — Vl Z lﬂ(k) ((L—Tk)Cka L 'x;; —dzz(k,xl')Z(k, —xj))
kEIM
21 A _ —ﬂiTil‘ - ﬂiTil'
=T 2 B0 (LT e R - Ray(Goatk, —xj)) 2R
kEIM
21 T ~ i Tr-1,.
— 7 D dgate —x)) Y charon, (@) KT OMeE
kelpm rez3\{0}
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Integration with respect to x; yields
l C.C. (244 k 2 Tk 2k TL7! xj _ 32 k,
Iy Pdx; = Z ) (L Tk e Ba@ztk, x|
VLt T
Z (kdgllz(k, =x )| Fo(k),
cim

where we use Parseval’s identity. Integration with respect to x; gives

o= o 3 BEPILTRIRO - EG@F + 3 Gh1d (G(0Tk) + Tk ()

kely kelpm
4
= =5 D 0 (IL7TKIP( - 242G (@0) + dHo)Yah))
k€[M

In the other cases we obtain

X5t == 3 ) ((ETRIL TR cos yie K E R0 - Wk, s et x)
kGJM

X?};Q = Z (k) ((L Tk)||L_Tk||coskae2”‘k Ly _ 42 Z(k, x;)w(k, x,,ﬂ]))
kEIM

871'1 A _ _ g Tr-1,.. .
Xt == D dU(@TRIL TR cos i cos v, ¥ L0
kGIM

— dgW(k, xi, p)w (k, ~x;, ﬂj))-

Using Parseval’s identity two times, analogously to the charge-charge case, and estimating the squared
cosine terms from above by 1 completes the proof. |

Optimizing the above stated estimates with respect to the deconvolution coefficients d yields four
different results. As an example, in case of charge-charge interactions we obtain the optimal coefficients

MET ke (@)

VYo(k)Ya(k)

If the Fourier coefficients cg (@) tend to zero sufficiently fast for growing k, we have Yy(k) =~ c,%(gﬁt),
Ya(k) ~ |L™Tk|*c (@) and thus

di =

IL™ " kllee (@) 1

Wonhk)  a@)

which are the standard deconvolution coefficients. This applies also in case of charge-dipole, dipole-
charge and dipole-dipole interactions.

Efficient computation of the resulting rms errors

We sketch an approach how to efficiently estimate the rms force errors in case of analytic differentiation.
Since the presented estimates are only valid for differentiable window functions, we restrict our
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considerations to the B-spline window as well as, for simplicity, to orthorhombic box shapes with
L= diag(Ll, Lz, L3).
In the following we set

- n CI%+r0'M(¢)
Yu(k) = é(k +roM) TR

where we have given upper bounds of the form
yu(k) < k™ + s, (k).

For the B-spline window we have

8m k| \*™
k) =
so(k) 4m—1(|k|—0'M) ’

see (3.38), as well as

8m—4 k4m

k) = :
2K = TR (k= oMy

as presented in Example 3.19, and

8m — 8 k4m
dm -5 (k| — o M)4m=4

sq(k) =

which is obtained analogously.
By making use of the terms yo(k) and y,(k) we can write

Yg(’i) = yo(k1)yo(k2)yo(ks3)
G (P)

and

h(k) _ ya(ki)yo(ka)yo(ks) N yo(k1)y2(k2)yo(k3) N yo(k1)yo(k2)ya(k3)
(@) L? L? L? '

In case of the standard deconvolution approach we set dy := Cp 1(¢) and obtain

e vz (@) > Lz L2

kEIM
Note that we have Yy(k) = ¢ (@) + Yo(k) as well as Y (k) = ||L‘Tk||2c,%(<,5) + Y»(k) and, thus, the term
||L‘Tk||2 = k/12 + K /12 + K /12 finally cancels out.

Similarly to the ik-differentiation approach we use the approximation (4.65) with n = 11 terms and
obtain, via differentiation with respect to x,

1 n
-~ Z riw; e,
X .
i=1
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Again, we set x := L2 ||L™"k||? in each summand, which now gives

o272 ILTk | o

k) =

max

n
LA 2R ILTRP? Zriwi o @i L ILTEIP
-T 4 »

1L~ k|| i=1

where the three dimensions are separated due to the assumed orthorhombic box shape. Note that a
similar idea has been applied in Example 3.17.
By defining the sums

iy k\P 22212 (2 L2 K212 2
R(P) = Z (_) e 7ok” [(a Lj)—(/.)i Lmax/Lj’
1]

k=—M/, LJ
1 ! 202700272 272 2
) 272k (@2 L) -w; kL2, /L2
7= g 2y (70 A sy
J ==Mp

and
(p) ._ o)
Sl.j = Sl.j

’

we end up with an approximation of the form

412 &
)(CZ.C. P Zriw,-Oi, (4.68)

where

[0 (0) (0) (0)) ¢(0,2) (0) (0) (0) (0) 0) p(0)) p(2)
0i = (Si,l + Ri,l) (Si,Z * Ri,2) Siz * (Si,ISi,Z +R S, + Si,lRi,Z) R

(0) (0) (0) 0)) ¢(0.2) (0) ¢(0) (0) ¢(0) 0) p(0)) p(2)
+ (Si,l + Ri,l) (Si,3 + Ri,3) Siz (Si,l Siz T Ri1Si3 5 Ri,3) R,

(0) (0) (0) 0)) ¢(0,2) (0) ¢(0) (0) ¢(0) 0) p(0)) p(2)
+ (Si,2 + Ri,Z) (Si,3 + Ri,3) St (Si,ZSi,3 +R S5t Si,zRi,3) R
This is verified by only a few calculation steps.
In order to keep the notation short we introduce the following abbreviated form, where we set

[ajl bjzcj3]1,2,3 = aibycz + arbscy + azbicr.
Based on that, we can rewrite O; in (4.68) as

0; = | S (s + RO} (s + R

i,j1 i,j2 i,j2 i,j3 i,J3

)+ B2 ($O50 + ROSO +SORG)]

Lj1 \7Lj2" 3 Lj2" g3 Lj2" 3
where the terms Rl(zj)l Rl(.(})2 Rl(.(i.)} have been canceled out by —||L™ "k ||2.

Concerning the interactions from charges with dipoles, we obtain in case of applying the standard
deconvolution approach

1672 T g Yzz(k)_(kf K2 k§)2 |

2
Xe.d. < 2 4/ ~
4 kely (9
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In an analogue manner, we obtain the following approximation.

167r2L2 1

i=1
where

O [(R<4> N S<2>) (R<0> N S(O)) (R«)) N S(O)) R4 RO RO

LJ1 LJ1 LJ2 LJ2 LJ3 LJ3 Lit Lj2 LJ3 ] 23
#2[(R +50) (R2) + 597) (R, + 592) - RO R2RD| .
) L1 i.J2 L2 L,J3 L,J3 LB b 03

The terms R(4) Rl((;)z RI(O)3 and ng)l szj)z szj) represent the values —|| L~ Tk|| which are excluded. Note

that we skip expandlng the bracket terms, for overview purposes.
Furthermore, we have

P 16712 S Gt Yo(k)m(k)_(kf ks k§)2 ’

4
kely & (9)

where

Y4(k)_)’4(k1)YO(kl)YO(kl) yo(k1)ya(k)yo(ky) )’O(kl)yo(kl)y4(k1)

() L L L}
Zyo(kl)yz(kz)yz(ks) N 2y2(k1)yo(k2)y2(k3) N 2y2(k1)y2(k2)yo(k3)
L3L3 LiL3 LiL3

Thus, we obtain

16m2L%, &
Xg.c. Vzmax Z riw; O;
i=1
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Lji Vi L Vi L3 Vi3 LR 03

For the dipole-dipole part we have

kGIM 4( )

Now, we end up with,

641412 &
Xid_ ~ —Vzmax Zh‘int
i=1
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Again, the subtracted terms represent the values —||L™ "k ||

e
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]1,2,3 '
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6, which are excluded.






5 Numerical results

In this chapter we present several numerical results demonstrating the functional suitability as well as
the efficiency of the PNFFT method for mixed charge-dipole systems, see Algorithm 4.3. Furthermore,
the presented error estimates are verified based on numerical examples.

As already discussed in the previous sections, there are two types of errors arising in our P>NFFT
method. Fist, truncating the Ewald sums introduces cutoff or rather truncation errors, see Section 2.3.
The discussed error estimates are going to be validated based on numerical examples in Section 5.1,
where we apply the PPNDFT Ewald method, see Remark 4.12, to different particle systems.

Secondly, the application of the different NFFT modules introduces further approximation errors,
see Section 4.3. Numerical results regarding the fast and approximative P’NFFT method are going
to be considered in Section 5.2, where we verify the correctness of the presented error estimates for
3d-periodic boundary conditions, see Section 5.2.1, and discuss how all involved parameters may be
tuned automatically, see Section 5.2.2. Some results for mixed periodic and open boundary conditions
are presented in Section 5.3.

According to Section 2.3.3, the mesh size M = (M|, M», M3) in Fourier space is chosen such that
(2.82) is approximately fulfilled for some cutoff parameter 8 > 0. Since we are restricted to M € 2N3,

we set ||f ”
Mj = 2"ﬁ J

2

i.e., we round up to the next even integer, if necessary.

}, Jje{1,2,3}, 5.1

5.1 Ewald truncation errors

In order to verify the estimates discussed in Section 2.3, we applied the PPNDFT Ewald method to
different particle systems and compared the computed estimates with the measured errors.

As indicated by Remark 4.1, the present implementation of the PPNDFT Ewald method causes the
computation of small, undesired self interaction terms in the Fourier space parts of the forces in case
of charge-charge as well as dipole-dipole interactions. This is due to the usage of non symmetric index
sets Jys, as defined in (3.2). In order to get an impression of how much the approximation errors are
influenced by these computed self interactions, we applied the PNDFT method to the following two
particle systems. The results are presented in Example 5.1.

Particle system 1.
e Charges: N, = 300, ¢; = (-1)/.
* Positions: x; are uniformly distributed in a box spanned by ¢; := (10,0,0), £ := (0,10,0)"
and £3 := (0,0, 10)T. The volume of the primary box is V = 10°.

Particle system 2.
* Dipoles: Nq = 300, randomly oriented dipole moments with [|g;[| = 1.
* Positions: x; are uniformly distributed in a box spanned by £; := (10,0, 0)7, £, := (0,10,0)7
and €3 := (0,0, 10)T. The volume of the primary box is V = 10°.

141
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Example 5.1 (Undesired self interactions). We consider the Particle systems 1 and 2 and pay attention to
the self interactions in the forces originating from using non symmetric index sets 737, cf. Remark 4.1.
Particle system 1 is a pure charge system, whereas only dipole-dipole interactions are present in
Particle system 2. We suppose the self interaction terms to be negligible, since the supporting index
set I_pg \ I, is rather small, see (4.12) and (4.13).

In order to verify our supposition, we investigated whether the actual truncation errors are predicted
properly based on the estimates (2.88) and (2.92). For this purpose, we applied the PPNDFT Ewald
method with different parameter sets to the two considered particle systems. For the computation of
reference data we set

B:=64 < M :=(64,64,064)

and applied the PPNDFT method, where we used the symmetric index set Z(Z 4.64,64) and various splitting
parameters « to approximate the Fourier space parts.

In order to achieve a lower accuracy, we applied the PPNDFT method by using smaller cutoff
parameters 8 € {0.8,1.6,3.2} for varying splitting parameter «. First, we applied the resulting non
symmetric index sets Jps. Then, each test run was repeated, whereby the non symmetric index set Zys
was replaced by the corresponding symmetric index set Z,,. The measured approximation errors are
plotted in Figure 5.1, where also the corresponding estimates (2.88) and (2.92) are depicted. It can be
seen that the usage of an index set Zps does not introduce recognizable self interactions. The measured
errors are even somewhat smaller compared to the errors obtained with the reduced symmetric index
sets Z,,. Furthermore, the actual errors are properly estimated from above. In case of relatively small
cutoff parameters 8 or large splitting parameters « the estimates might not be valid, as analyzed in
the proofs of Theorems 2.23 and 2.24. Here, the actual errors exceed the estimates in case of Particle
system 2 for 8 = 0.8 and relatively large «.

T

10° 10°

s 107 g 107
S S
[ [}
S S
S S

2 1078 2 1078
= £
- -

10—12 10—12

splitting parameter « splitting parameter «

Figure 5.1: Estimated rms force errors in the Fourier space parts of the forces, see (2.88) and (2.92).
We also plot the measured errors obtained by using the index sets Zps as well as I,. We
consider the Particle systems 1 (left) and 2 (right).

Ol

The following examples are dedicated to the verification of the Ewald truncation errors for mixed
charge-dipole systems. For this purpose, we introduce the Particle systems 3 and 4, each containing
a mixture of charges and dipoles. Note that the particles are distributed in an orthorhombic box in
Particle system 3, whereas a triclinic box shape is given in Particle system 4.
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Particle system 3.
* Charges: N, = 300, ¢; = (-1).
* Dipoles: Nq = 300, randomly oriented dipole moments with ||| = 1.
* Positions: x; are uniformly distributed in a box spanned by £; := (20,0,0)7, £, := (0,10,0)"
and £3 := (0,0, 10)T. The volume of the primary box is V = 2 - 10°.

Particle system 4.
* Charges: N, =300, ¢; = (-1).
* Dipoles: Nq = 300, randomly oriented dipole moments with |||l = 1.
* Positions: x; are uniformly distributed in a box spanned by ¢; := (10,5,0)7, £> := (0,20,10)"
and £3 := (20,0,5)". The volume of the primary box is V = 2 - 10°.

In order to estimate the overall rms force errors in the short range and the Fourier space parts,
respectively, we assume for simplicity that the contributions originating from interactions with charges
and those resulting from interactions with dipoles are independent.

In other words, we estimate the rms force errors regarding the short range parts via

2

c,est c.d. ’

AFshort . \/(AFshort)2 + (AFshort
. c.c.

S~~——

AFihOIt — \/(Athort)2 + (AFshort) 2
est ° .C. . ’

and in the Fourier space parts via

F . F \2 F\?
AFc,est = (AFC.C.) + (AFc.d_) s

F P\ F )
AFy ey = (AFd.c.) +(AFd.d.)'

The single contributions to the overall errors have been studied in Sections 2.3.2 and 2.3.3.

Example 5.2. We consider the Particle systems 3 and 4. In order to compute highly accurate reference
data we fixed the near field cutoff radius %, := 5 and tuned the splitting parameter o as well as the
far field cutoff 8 as described in Section 2.3.4, where we applied the basic accuracy & := 10716, Note
that the same parameter constellation has been considered in Example 2.26. Based on the obtained
parameters, highly accurate reference data have been computed via the PPNDFT Ewald method.

In order to verify the derived error estimates we applied the PPNDFT Ewald method by using different
near field cutoff radii 7y € {3,4,5} in combination with far field cutoffs 8 € {0.8,1.6,3.2}. The
resulting overall approximation errors have been computed based on the reference data. In Figure 5.2
we summarize the obtained measured errors and the presented error estimates, see Section 2.3, with
respect to the splitting parameter @. We achieve a very good concordance between the estimates and
the measured errors. 0

5.2 P2NFFT under 3d-periodic constraints

In this section we set the focus on the resulting approximation errors caused by approximating the
truncated Fourier space parts based on the introduced NFFT modules. We approximated the acting
forces in different particle systems via the PPNFFT method, where we applied various parameter sets.
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Figure 5.2: Estimated errors AFCS%”‘;I and AFCF/ dest

systems 3 and 4. We applied different near field as well as far field cutoffs (see labels).

as well as measured errors AF; 4 for the Particle

In order to determine the actual approximation errors, we also applied the PNDFT Ewald method for
each considered parameter combination. The results of the described experiments are summarized in
Section 5.2.1.

Note that the PNFFT sotware allows the usage of different oversampling factors o; and shape
parameters b; in the single dimensions. However, in our numerical tests we always used the same
oversampling factor o as well as the same shape parameter b in all three dimensions. The oversampled
mesh size M, € 2N? is defined via

i.e., we round up to the next even integer, if necessary.
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5.2.1 Verification of the error estimates

The validity of the error estimates, presented in Section 4.3, has been verified based on several
numerical experiments, which are summarized in the following.

We start with the ik-differentiation approach, as considered in Section 4.3.1. Assuming that the
contributions originating from interactions with charges and those resulting from interactions with
dipoles are independent, we may approximate the overall rms errors in the Fourier space parts of the
forces via

. 2\ 2 2\ 2
AFFK ~ \/ (AFEE) "+ (AFEY)

and
AFEK o [(AFFik 2 AFFiK 2 59
a ¥ de. ] T \Aaa ) - (5.2)
. . E,ik F,ik F,ik F,ik
For the definition of the estimates AF.;.", AF,")", AF" " and AF;*;" we refer to Theorem 4.13 and
(4.63).

In the following examples we compare the predicted errors, as denoted above, with the measured
errors, which are determined by applying the PNDFT Ewald and the PPNFFT methods to the same
particle systems.

Example 5.3. We consider Particle system 3 and the mesh sizes

M =(32,16,16) < B=1.6
and

M = (64,32,32) < p=32.

The truncated Fourier space parts of the forces have been approximated for varying splitting parameter
« via the P’NFFT method, where we used the B-spline window function. Corresponding reference
data have been computed based on the PPNDFT Ewald method, in each case. Exploiting the underlying
orthorhombic box shape, the resulting rms errors have been predicted as described in Remark 4.16,
requiring O(M; + M, + M3) arithmetic operations.

We applied the support parameter m = 4 and oversampling factors o= € {1, 1.25} to obtain the results
depicted in Figure 5.3. It can be seen that the estimated and the measured errors do not perfectly match,
but the actual errors are properly estimated from above. L]

Example 5.4. We consider Particle system 4, where the primary simulation box has a triclinic shape.
Again, we considered different parameter combinations and determined the predicted as well as the
actual approximation errors, as summarized in Figure 5.4. The predicted errors have been obtained
by evaluating (4.64) directly, which requires O(|Zys|) arithmetic operations. Note that the applied far
field cutoffs 8 € {1.6,3.2} result in the following mesh sizes, cf. (5.1).

B=1.6=M=(183634) and f=32= M =(36,72,66).

It can be seen that the actual errors are also estimated properly from above in case of the triclinic particle
system. The estimates are somewhat more pessimistic than in case of an orthorhombic structure, as
considered in Example 5.3. 0
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Figure 5.3: Estimated (dashed) and measured (solid) rms force errors for Particle system 3. We
considered different mesh sizes M or rather far field cutoffs g8 (see legend). The B-spline
window function has been applied with ik-differentiation, support parameter m = 4 and
oversampling factors o € {1, 1.25} (see labels).

Example 5.5. We repeated the numerical tests concerning Particle system 3, as described in Exam-
ple 5.3, and applied the Bessel instead of the B-spline window. For this purpose, the shape parameter b
has been tuned in advance based on Algorithm 3.4 and Remark 4.17. Again, due to the orthorhombic
box structure we predicted the resulting approximation errors based on Remark 4.16. The results
are depicted in Figure 5.5, showing that the actual approximation errors are estimated adequately.
Again, we remark that the optimal shape parameter by strongly depends on the combination of the
parameters 3, a, o and m. Thus, bop has been determined separately for all considered parameter sets.
For overview purposes we abstain from listing the obtained optimal values.

In order to give a first comparison between the Bessel and the B-spline windows, we reconsider
some error curves, as presented above, and compare the results obtained for the two different window
functions in Figure 5.6. Obviously, smaller approximation errors are obtained with the Bessel window
function in case of relatively large splitting parameters @. The B-spline window function performs
better only for small values of . [
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Figure 5.4: Estimated (dashed) and measured (solid) rms force errors (5.2) for Particle system 4. We
considered different mesh sizes M or rather far field cutoffs g (see legend). The B-spline
window function has been applied with ik-differentiation, support parameter m = 4 and
oversampling factors o~ € {1, 1.25} (see labels).

Example 5.6. We repeated the numerical tests concerning Particle system 4, as described in Exam-
ple 5.4, and replaced the B-spline by the Bessel window function. The shape parameter b has been
tuned automatically for the different parameter sets based on Algorithm 3.4 and Remark 4.17. For
this purpose, the error sums (4.64) have been evaluated directly due to the underlying triclinic geom-
etry. The resulting actual approximation errors as well as the corresponding estimates are depicted in
Figure 5.7. 0

In the following example we consider the analytic differentiation approach for the B-spline window.
The resulting rms force errors in the Fourier space parts have been derived in Section 4.3.2. Analogously
to the ik-differentiation approach we set

2 2
AFEY ~ \/ (AFE)" + (aFE) ©-3)
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Figure 5.5: Estimated (dashed) and measured (solid) rms force errors (5.2) for Particle system 3. We
considered different mesh sizes M or rather far field cutoffs 5 (see legend). The Bessel
window function has been applied with ik-differentiation, support parameter m = 4 and
oversampling factors o € {1, 1.25} (see labels).

and

2 2
Fad _ Fad Fad
AFF & \/ (AFy)" 4 (AFy) (54)

Note that, in contrast to the ik-differentiation approach, we expect that the computed self interactions
might represent a significant portion of the overall force computed. Thus, the derived error estimates
might not describe the actual error behavior to the full extent.

Example 5.7. We consider the Particle systems 1 and 2, where only charge-charge and dipole-
dipole interactions are present, respectively. As already explained in the previous examples, we
considered different sets of parameters and determined the resulting actual approximation errors as
well as the corresponding estimates in case of analytic differentiation, see Section 4.3.2. The results
are summarized in Figure 5.8.
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Figure 5.6: Comparison of the B-spline and the Bessel window. We plot the errors for the charges
(left) as well as for the dipoles (right) with repsect to the splitting parameter o, where we
fixed the far field cutoff 8 = 3.2. The P2NFFT method was applied to Particle system 3
with ik-differentiation, support parameter m = 4 and oversampling factors o € {1, 1.25}
(see legend).

It can be seen that the error estimates do represent the actual errors quite good. However, in some
cases the measured errors exceed the computed estimates. This is due to the presence of significant
self interaction terms, which are ignored in the presented error analysis. U

Example 5.8. Again, we consider Particle system 3, containing a mixture of N, = 300 charges and
Ny = 300 dipoles. Analogously to Example 5.7, we applied the P2NFFT method with the B-spline
window function and analytic differentiation. We considered different parameter combinations and
compared the measured errors with the predicted errors, see Figure 5.9. As already observed in
the last example, the actual errors are represented by the computed estimates fairly well. For large
splitting parameters « the measured errors exceed the estimates, due to the presence of significant self
interactions.

In order to apply the Bessel window, the shape parameter b has to be chosen appropriately. Since no
error estimates are available so far in case of the Bessel window function with analytic differentiation,
the shape parameter cannot be tuned automatically in advance. For the purpose of demonstrating the
applicability of the Bessel window in case of analytic differentiation, we simply optimized the shape
parameter b based on measuring the resulting rms force errors and applying a simple bisection method,
in a similar fashion as described in Algorithm 3.4.

The achieved rms force errors are represented by the dotted lines in Figure 5.9. It can be seen
that we can achieve a high accuracy also for the Bessel window function. As already seen in case of
ik-differentiation, the errors obtained with the Bessel window are smaller than those obtained with
the B-spline for large enough splitting parameters a. For small splitting parameters better results are
achieved by applying the B-spline window. U

5.2.2 Parameter tuning

In this section we discuss how the parameters involved in the presented PPNFFT method for mixed
charge-dipole systems may be tuned based on the previously considered and validated estimates. Given
a required basic accuracy € and a near field cutoff radius ry, the required splitting parameter « as



150 5 NUMERICAL RESULTS

10° 100 2
= =
o) o
b 35
5 107 s 107
- -
B b5}
£ 10710 £ 10710
= —pB=16 g —pB=16
— =32 —pB =32
—-15 | | | I —15 | | | I
10 0.5 1 1.5 2 2.5 10 0.5 1 1.5 2 2.5
splitting parameter « splitting parameter «
(a) charges, o = 1.0 (b) charges, o = 1.25
100 A
2 >
u.gc UEO
5 5 1073
i & 10710
g —pB=156 g —p=1.6
—pB=32 —pB=32
1071 ‘ : : ‘ 10°15 \ ! | \
0.5 1 1.5 2 2.5 0.5 1 1.5 2 2.5
splitting parameter « splitting parameter «
(c) dipoles, o = 1.0 (d) dipoles, oo = 1.25

Figure 5.7: Estimated (dashed) and measured (solid) rms force errors (5.2) for Particle system 4. We
considered different mesh sizes M or rather far field cutoffs 5 (see legend). The Bessel
window function has been applied with ik-differentiation, support parameter m = 4 and
oversampling factors o € {1, 1.25} (see labels).

well as the far field cutoff S can be determined in order to achieve the desired accuracy regarding the
truncation of the Ewald sums, as described in Section 2.3.4. Based on the error estimates presented
in Section 4.3 we may compute viable parameter sets in order to reach the given accuracy ¢ also with
respect to the NFFT approximations. For a given near field cutoff radius 7, we suggest the following
parameter tuning.

Algorithm 5.1 (P>NFFT accuracy tuning).
Input: Data describing the particle system (number of charges N, number of dipoles Ny, Q = 3’; qu.,
M= Zj ||ﬂj||2, box vectors €1, £, £3), real space cutoff radius ., basic accuracy € > 0.

i) Tune the splitting parameter @ > 0 and the required far field cutoff 8 > 0 as described in
Section 2.3.4.

ii) Define a set of support parameters m to be considered. For each m find the smallest oversampling
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Figure 5.8: Estimated (dashed) as well as measured (solid) rms force errors (5.3) and (5.4) for the
Particle systems 1 (left) and respectively 2 (right). We considered different mesh sizes
M or rather far field cutoffs S (see legend). The B-spline window function has been
applied with support parameter m = 4 and without oversampling, i.e., o = 1. The partial
derivatives have been computed based on the analytic differentiation approach.

factor o > 1 such that

max {AFEE, AFEK AFFE ARSI <6 < e (5.5)
or
max {AFEE AFES AR AR <6 < (5.6)

is fulfilled, depending on the desired differentiation approach (ik or analytic).

When limiting the range of possible oversampling factors to an interval, for example to [1, 2],
the required o- may be determined via a simple bisection method.

In case of the Bessel window function with ik-differentiation, the optimal shape parameter b
can be determined based on Algorithm 3.4 and Remark 4.17.

iii) One combination of m and o will be optimal regarding computational cost. This will strongly
depend on the used hardware and software. Determine the optimal combination by measuring
the required runtimes, for instance.

Ol

Remark 5.9 (Basic accuracy). In our notation the value & represents a certain basic accuracy, which is
desired to be achieved in the single components of the P>NFFT algorithm, namely the truncation of the
short range parts, the truncation of the Fourier space parts as well as the resulting NFFT approximation
errors. The resulting overall rms force error might be slightly larger than £, but nevertheless in the
same order of magnitude, in case that the different parts of the error accumulate unfavorably. L]

So far, we discussed how the parameters may be tuned in order to reach a certain basic accuracy
e. Algorithm 5.1 serves an approach, where only the near field cutoff radius 7, has to be specified.
In other words, the same accuracy is finally achieved for various near field cutoff radii r,; and we
still have one degree of freedom concerning the parameter choice. However, the choice of 7, will
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Figure 5.9: Estimated (dashed) as well as the measured (solid) rms force errors (5.4) for Particle
system 3, where we applied the B-spline window with analytic differentiation. The obtained
errors for the Bessel window are represented by the dotted lines. We considered different
far field cutoffs 8 as well as oversampling factors o (see labels) and applied the support
parameter m = 4.

influence the required runtime a lot. Enlarging the near field cutoff radius 7 will make the near field
computations more expensive, whereas a smaller far field cutoff 8 will be required in order to reach the
same accuracy, and vice versa. Thus, the computational cost required for the near field computations
and the computations in Fourier space may be balanced out by choosing the near field cutoft radius 7
appropriately.

Remark 5.10 (Applied architecture). In the following numerical examples we present computation
times of the P2NFFT algorithm. All computations were performed on an Intel i5-3470 processor that
runs on 3.20 GHz with 8 GB main memory. Furthermore, we remark that the runtimes include the
computation of the potentials and the fields for the charges as well as the computation of the fields and
the field gradients for the dipole particles. U
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Example 5.11. We consider Particle system 3. In order to apply Algorithm 5.1, we fixed the near
field cutoff radius 7 := 5 and the basic accuracy & := 107>. Consequently, we obtained the splitting
parameter @ ~ (.72 and the far field cutoft 8 = 1.64,i.e., M = (34, 18, 18), in Step 1 of Algorithm 5.1.

In Step 2 of Algorithm 5.1 we considered support parameters m € {2,...,7} and oversampling
factors o € [1, 2], where the latter have been tuned with a precision of ﬁ = 0.0078125. Furthermore,
we set & := & = 107 in (5.5), i.e., we applied the ik-differentiation approach.

In Tables 5.1 and 5.2 we list the tuned oversampling factors o € [1, 2] for different support parameters
m, the required runtimes ¢ as well as the achieved rms force errors AF, and AFy for the B-spline and
also for the Bessel window. In case of the Bessel window we also list the corresponding tuned optimal
shape parameters bop.

The achieved rms force errors are all below the applied basic accuracy £ = 107>. In general, less
oversampling is required in case of the Bessel window function. In this concrete example, m = 5 with
o = 1.08 is optimal for the B-spline window and m = 4 with o = 1 is optimal in case of the Bessel
window. Consequently, we achieve an improvement concerning computational costs by 20% when
using the Bessel window function. The presented runtimes have been measured on the architecture

specified in Remark 5.10, using 1 of 4 available cores. U
m loa t AF, AFy
31172 1.25e-01 2.75e-06 7.94e-06
4 1123 7.65e-02 2.78¢e-06 8.06e—06
5 | 1.08 691le-02 2.72e-06 7.86e-06
6 | 1.02 7.3%9-02 2.71e-06 7.89e-06
7 | 1.00 7.86e-02 2.78¢-06 8.14e-06

Table 5.1: Possible combinations of m and o for the B-spline window. Algorithm 5.1 has been applied
for Particle system 3 by setting 7.y, := 5 and & = & := 107>. We also list the resulting
runtimes ¢ and the achieved rms force errors.

o boy t AF, AFy
128 498 735e-02 3.65e-06 8.08e-06
100 393 5.59e-02 2.84e-06 8.05e-06
100 344 621e-02 2.71e-06 7.90e-06
100 334 6.88e-02 2.70e-06 7.90e-06
100 334 7.83e-02 2.70e-06 7.90e-06

<N O WS

Table 5.2: Possible combinations of m and o for the Bessel window. Algorithm 5.1 has been applied
for Particle system 3 by setting 7., := 5 and & = & := 107>, We also list the tuned optimal
shape parameters bop, the measured runtimes ¢ and the achieved rms force errors.

Example 5.12. We reran the numerical test, as described Example 5.11, for the B-spline window
function and applied the analytic differentiation instead of the ik -differentiation approach. As discussed
in the previous sections, the error control is more challenging in case of analytic differentiation, which
is mainly due to the computation of significant self forces concerning charge-charge and dipole-dipole
interactions, see Example 5.7 for instance.

In Table 5.3 we list the tuned oversampling factors o for different support parameters m, the
measured runtimes ¢ as well as the achieved rms force errors. With & := & = 107 in (5.6) we achieve
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slightly larger errors compared to the ik-differentiation approach. By setting & := 5 - 107 the errors
are comparable to those obtained via ik-differentiation. In this concrete example, we could save

approximately 50% of runtime by applying the analytic differentiation approach. [
m o t AF;, AFy m o t AF, AFy
3] >2 3| >2
4 1 136 3.62e-02 2.79e-06 1.02e-05 4 | 148 3.92e-02 2.71e-06 8.77e-06
5 | 1.08 3.33e-02 291e-06 1.00e-05 5 | 1.14 3.50e-02 2.72e-06 8.37e-06
6 | .00 3.60e-02 3.23e-06 1.21e-05 6 | 1.03 3.78e-02 2.72e-06 8.33e-06
7 | 1.00 4.24e-02 2.83e-06 9.15e-06 7 | 1.00 4.24e-02 2.83e-06 9.15e-06

Table 5.3: Possible combinations of m and o for the B-spline window with analytic differentiation,
where we applied 7y := 5, & := £ = 107 (left) and & := £=5- 107 (right), respectively,
in Algorithm 5.1. We also list the measured runtimes ¢ and the achieved rms force errors.

In the following we illustrate the dependence of the required runtime on the near field cutoff radius
Teut- For this purpose, we applied Algorithm 5.1 in order to tune the parameters automatically for
various cutoff radii 7.

Example 5.13. We consider again Particle system 3. In order to study the dependence of the required
runtime on the near field cutoff radius 7, we applied Algorithm 5.1 for varying . For this purpose,
we considered the ik-differentiation approach with & = & := 107>. For each near field cutoff radius 7
we kept the parameter constellation yielding the smallest runtime, see Step 3 of Algorithm 5.1.

The computations have been executed in parallel using 4 cores on the architecture specified in
Remark 5.10. The required runtimes ¢ and the achieved rms force errors AF;, AFy are summarized in
Figure 5.10. In addition, we plot the tuned splitting parameters «, the far field cutoffs S, the determined
optimal support parameters m and the corresponding required oversampling factors o.

For both the B-spline as well as the Bessel window the errors are smaller than the given basic
accuracy £ = 1075, It can be seen that we require less oversampling or a smaller support parameter
m when applying the Bessel window function, resulting in lower runtimes. The lowest runtimes could
be achieved for ryy = 5.5 in case of the Bessel window and for %, = 6.5 in case of the B-spline
window. In this concrete example, we achieved an improvement concerning computational costs by
approximately 15% with the Bessel window, compared to the B-spline window.

We remark that the time needed for the computation of the FFTs strongly depends on whether the
oversampled mesh size M, yields an advantageous decomposition into prime factors. Thus, single
plots may yield unexpected behavior or jumps. U

Remark 5.14 (Scale up to larger particle systems). As already mentioned in Remark 2.25, the Ewald
truncation errors are expected to be almost constant for particle systems possessing the same density of
charges and dipoles, provided that the same splitting parameter « as well as the same cutoff parameters
et and B are applied.

Now, the question arises whether this also applies to the approximation errors, as considered here.
For orthorhombic box structures it can be shown easily that the parameters, once tuned for a small
particle system, can be applied to larger particle systems with the same charge and dipole densities to
yield approximately the same approximation error.
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runtime ¢

Figure 5.10: Achieved runtimes (in parallel with 4 cores) as well as the resulting rms force errors for
Particle system 3. We also plot the tuned parameters @, 8, m and o with respect to .

For orthorhombic box structures we have £ iT[ 7 =0,7 # j, and thus the dual lattice vectors, which
are the columns of the matrix L™, are given by £; = [|¢; |=2¢ j for j =1,2,3. Hence, we obtain

2 2 2 2 2 2
(T S MRS S [ S S
RN

+ ~
ez el> 116l
as well as
M\ MoM; | Iy|
B B
In case of charge-charge interactions we get, cf. (4.58) and (4.63),

V= lelllielllles] =

W0, 0 01 it o
(AFEE) ~ e~ Ty > ILTTkIPGG (1 = 2d2 (@) + dy Yotk
N N. V Vke[
M
2.0 gy e
Ne Vol & koM

(1 —2d2cX(@) + ci,;‘yo(k)z) .

Furthermore, it is seen easily that the expression in brackets can be interpreted as a function in k © M ™!
for fixed support parameter m, oversampling factor o and shape parameter b, i.e.,

1= 2d2¢} (@) + diYo(k)? =t fop(k © M),
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where k ©M ™" € [!/,1/2)?. In other words, the sum can be interpreted as a discretization of an integral,
ie.,
2 08 27 x o

dx.
NV Sy T e

(aFE)
Thus, if the densities N.~'Q and V~'Q as well as the parameters «, 3, m, o and b are kept constant,
the errors are expected to be of a comparable size. Enlarging the grid size M with growing system
size via (2.82) simply results in a finer resolution of the applied quadrature rule. In a similar fashion,
the same argumentation applies to the errors AF CF (;k AF i C‘k and AF i ék
More generally, it can be shown that the approximation errors are almost the same if additionally
the angles between the box vectors £1, £, {3 are kept constant. We obtain

V = 1167 (€2 X £3)] = €08 <ttt sin <cres 11112165
M M>M;
N

X COS <¢,,£,xf; SIN <, ¢4

Furthermore, we get
IL k| =k"L'L™ "k
= (k © M~")"diag(M,, My, M3)L™" L™ " diag(M,, Mo, M3)(k © M)
AT A AT A AT A~
IIt’lllzl’ll’Tl IIt’lllllleth’lt’z IIﬁIIIIt’sIIt’th%
~ B koM )T elle, e 1e0?l:  lellles)E, b | (koM™

AT A AT A AT A
63110185 &0 NEsllle2llEs &2 11E3017E5
2 A .
s 513523C12 512523613
e N R RIA S 3 . _
=pkoM™)" 2 513523812 Sy s1as1362 | (ko M7,
512523C13 51251323 52,

=C
where we define
sij 1= sin<g, ¢; and ¢;; = cos Gty
The result can be obtained by utilizing the representations of the dual lattice vectors via

2} _ szf3
BRG]

where |£] (£, x £3)] = V. The matrix C remains the same, provided that the angles between the box

vectors do not change. Thus, the term ||L™ Tk ||2 can again be interpreted as a function of k © M~!, for
fixed 5. Now, the argumentation is the same as for orthorhombic geometries.

This remark, together with Remark 2.25, confirms that the parameters «, 8, reu, m, o and b (if
required) may be tuned for a small particle system and then be applied to larger systems, while the
approximation errors are kept almost constant. Of course, this is not optimal regarding runtime.
Since the near field cutoff radius 7 is kept constant, the near field computations scale like O(N).
The computation of the Fourier space parts yields an arithmetic complexity of O(N log N), since the
number of mesh points M, scales linearly with the size of the box or rather with the number of particles
N. We expect that an optimization with respect to runtime, which takes into account the number of
particles N, results in an arithmetic complexity of O(N+/log N(log log N)*/?), cf. [Pip15, Section 4.8].

0
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Example 5.15. We consider particle systems possessing the same charge and dipole densities as
Particle system 3, see Table 5.4. Each system contains N, = N/> charges ¢; = (-1) and Ny = V)
dipoles with randomly oriented dipole moments u; € {y € R3, |yl = 1}, uniformly distributed in an
orthorhombic box of size L; X L, X L3, respectively.

N | L L L3

600 | 20 10 10
2400 | 20 20 20
9600 | 40 40 20
38400 | 80 40 40
153600 | 80 80 80

Table 5.4: Considered particle systems with N. = Ny = Q = M = N/, The particles are randomly
distributed in orthorhombic boxes of size L; X L, X L3, respectively.

In order to tune the parameters for the introduced particle systems we proceeded as follows. For
each near field cutoff radius ., the parameters @ and 8 as well as possible combinations of m and
o were tuned for the small system with N = 600 particles via Algorithm 5.1, Steps 1 and 2. Then,
the obtained sets of parameters have been applied also to the larger particle systems. For each 7y
we kept the combination of m and o~ minimizing the required computation time, individually for each
single particle systems. As an example, for 7, = 6.3 the obtained optimal parameters for the different
systems are listed in Table 5.5. It can be seen that for growing number of particles it is, by trend, more
advantageous to use less oversampling in combination with a larger support of the window function.

B-spline Bessel
N|m o m Dopt
600 | 4 1.17 | 3 1.17 4.84
2400 | 4 117 | 4 1.00 3.88
9600 | 4 1.17 | 4 1.00 3.88
38400 | 5 1.05 | 4 1.00 3.88
153600 | 6 1.00 | 4 1.00 3.88

Table 5.5: Optimal parameters regarding overall compuational cost for fixed near field cutoff 1y = 6.3.

The measured computation times ¢ as well as the achieved rms force errors for the dipoles AFy are
depicted in Figure 5.11. For all considered sets of parameters we obtained AF, < AFy. Thus, the
measured rms force errors for the charges are omitted, for overview purposes. We also abstain from
plotting the tuned optimal parameters m and o for each of the considered particle systems.

It can be seen that the required computation times are very close to the achieved optimum for different
values of 7. However, a certain trend indicating that the optimal 7, grows with increasing system size
becomes visible. Although all possible parameter sets have been tuned for the small particle system,
we achieve approximation errors of a comparable size among all systems.

In order to achieve an O(N log N) scaling we may simply apply the optimal parameters, tuned for
the smallest particle system, also to the larger particle systems, i.e., the parameters 7.y, @, m, o (and
bopt) are kept constant and the mesh size is scaled according to the box lengths L, L, and L3 via
M =~ B(Li, Ly, L3) as well as Mo = Bo (L1, Ly, L3).
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Figure 5.11: Measured computation times ¢ (in parallel with 4 cores) and achieved rms force errors of
the dipole partilces AFy for the particle systems listet in Table 5.4.

In Example 5.13 the parameters

Tt = 6.5, 054,88~ 1.18,m=4,0 ~ 1.28 5.7

and
Teut = 5.5, = 0.65,8~ 1.46,m =4,0 = 1, bop ~ 3.83 (5.8)

were found to be optimal for the B-spline and the Bessel window function, respectively. Applying
these parameters to all particle systems listed in Table 5.4, we obtained the runtimes ¢ as well as rms
force errors AF, and AFy as depicted in Figure 5.12 on the left hand side. In contrast, on the right
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hand side we plotted the results obtained by applying the optimal parameters individually found for the
single systems, see Table 5.6 and blue marks in Figure 5.11. The results give numerical evidence that

the method scales at least like O(N log N). [
B-spline Bessel
N | K a B m % Teut a B m o bopt
600 | 6.5 054 119 4 128 |55 065 146 4 1.00 3.83
2400 | 6.2 057 126 4 120|611 058 129 4 1.00 3.73
9600 | 6.3 056 123 4 1.17|6.1 058 129 4 1.00 3.73
38400 | 7.3 047 1.03 4 114|163 056 123 4 1.00 3.88
153600 | 64 055 121 5 103|63 056 123 4 1.00 3.88

Table 5.6: Optimal parameters regarding computational cost for the considered particle systems.

10} E 10} E
S | iw
§1o—1; — 510—1; —

10—27\\ [ Lol Lol i 10—27\\ [ Lol Lol i

5103 10* 10° 5103 10 10°
107 -107

345‘- T T TTTTT T T T T TTTT] T T T T TTTT] T 345‘- T Tl T T T T TTTT] T T T T TTTT] T
$,3 W 2 W :
To25)F . To251 .

2 | I | I | ! 2 Ll Lo Lol !

103 10* 103 10° 10* 103

107 107

Lo} 17\\\\\\‘ T T T T 11117 T T T T 11117 \7 ke 17\\\\\\‘ T T T T 11117 T T L T T 1171 \7
i | Spe——"" "~
< oAl 1 g4l ]
< 04 | AT L) | < 04 LT L=l Lol !

103 10t 103 10° 10* 103

N N

Figure 5.12: Runtime r with respect to the number of particles N, runtime per particle //~ and achieved
rms force errors AF,, AFy. Left: We applied the parameters optimized for the small system
with N = 600 particles, see (5.7) and (5.8). Right: We applied the optimal parameters
determined individually for the different particle systems, see Table 5.6.

Example 5.16. This example will demonstrate the flexibility of our method resulting from the pos-
sibility of enabling oversampling. In this context we remark that classical particle-mesh methods,
such as the P°M method [EHL80, HE88, DH98a], for instance, do not allow for the application of
oversampling.

The previous examples already illustrate that it is often more advantageous in terms of computational
cost to apply an oversampling factor o > 1 in combination with a smaller support parameter m,
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especially in case of the B-spline window function. We remark again that without oversampling, i.e.,
o = 1, we cannot always expect to reach a specified desired accuracy, see Remark 3.6.

Here, we consider again Particle system 3 and apply the B-spline window without oversampling. In
Example 5.13 the best computation times were achieved for m € {4, 5}, combined with oversampling
factors o > 1, see Figure 5.10. Thereby, we achieved rms force errors smaller than & = 1075,

In a further numerical experiment we fixed o := 1 and increased the support parameter m step
by step until (5.5) was fulfilled. As a maximum value we fixed mp,x := 7. We plot the achieved
runtimes ¢ as well as the measured rms force errors AF., AFy in Figure 5.13. It can be seen that we
achieve approximation errors comparable to those obtained in Example 5.13 at the price of higher
computational costs. In some cases m = 7 is not sufficient in order to obtain a comparably small error.

L]
1072
T T T

¢} | —e—optimized,c > 1——0 =1
o
£
=
=
=
£

Feut

Figure 5.13: Achieved runtimes ¢, rms force errors AF;,, AFy and required support parameters m < 7.
We applied the PPNFFT method by using the B-spline window without oversampling
(blue) to Particle system 3. For comparison, we also plot the results obtained in Exam-
ple 5.13 (black).

Example 5.17. We reran Example 5.13 and applied the analytic differentiation approach, instead of
ik-differentiation. Again, we tuned all involved parameters for varying near field cutoff radius 7.y via
Algorithm 5.1, where we set & := § = 5 - 107 in (5.6), as already applied in Example 5.12. The
achieved runtimes 7, the measured rms force errors AF;, AFy as well as the tuned shape parameters m
and oversampling factors o~ are plotted in Figure 5.14. With the heuristic approach to set & := £ we

achieve approximation errors comparable to those obtained with ik -differentiation.
In Example 5.13 we achieved an optimal runtime of ¢+ = 0.02 seconds with the B-spline window.

By applying the analytic differentiation approach, we could reduce the required runtime to ¢ = 0.012
seconds. ]
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Figure 5.14: Achieved runtimes (in parallel with 4 cores) as well as the resulting rms force errors for
Particle system 3, where we applied the B-spline window with analytic differentiation.
We also plot the tuned parameters m and o with respect to ry;.

5.3 P’>NFFT with mixed periodic and open boundary conditions

As we have seen, the 3d-periodic case is analytically well understood and, consequently, the resulting
approximation errors can be predicted very precisely, see Section 5.2. In case of mixed periodic or
open boundary conditions, we assume that the particles are distributed in a sphere with radius L > 0
with respect to the nonperiodic directions and apply the fast summation approach, cf. Section 3.4, in
order to approximate the involved nonperiodic functions by trigonometric polynomials.

In the following we introduce, discuss and apply a heuristic approach to tune the parameters in case
of mixed periodic or open boundary conditions, based on the error analysis for 3d-periodic constraints.
This has already been introduced in [NPP15a], where charged particle systems are considered, and in
[Nes17], where first tests for mixed charge-dipole systems under mixed periodic and open boundary
conditions are presented.

For 2d-periodic boundary conditions, the particle system may be transformed such that the two
vectors indicating the periodic directions have the form

In b
t1=|la| and &> =|ln|,
0 0

cf. Lemma 2.10 and Algorithm 2.1. In order to apply the fast summation approach in one dimension,
see Section 3.4.1, we additionally assume

-L < Xij,3 <L Vl,]
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For 1d-periodic constraints, the particle system may be transformed such that a vector of the form

Ly
fl =0
0

indicates the periodic direction, cf. Lemma 2.14 and Algorithm 2.2. In order to apply the fast
summation approach for radial kernels in d = 2 dimensions, cf. Section 3.4.2, we write the positions
of the particles in the form x; = (x; 1, ¥ j)T € R? with ;€ R? and assume

%1l < L Vi, ).
In case of open boundary conditions we assume
lloeijll < L Vi, j

in order to apply the fast summation approach for radial kernels in d = 3 dimensions.
Oftentimes, the particles are assumed to be distributed in a primary box of size L; X L, X L3. In
such a case we may simply set

L3 : 2d-perioidic constraints with respect to the first two dimensions,

L =1 /L% + L32 : 1d-perioidic constraints with respect to the first dimension, (5.9)

\JL? + L3+ L3 :open boundary conditions.

Finally, the periodicity applied in all nonperiodic dimensions is denoted by, cf. Section 3.4,
h>2L. (5.10)

For 3d-periodic boundary conditions the grid size M € 2N? is chosen such that

M; .
—— ~f Vje{l,273},
1]l
where we denote by S > 0 the far field cutoff parameter. In case of mixed periodic and open boundary

conditions we heuristically choose the mesh size M € 2N applied in all nonperiodic directions such

that
—_— ] .1 1

i.e., the same resolution is used for periodic and nonperiodic dimensions.

We claim that, for fixed splitting parameter «, near field cutoff radius 7 and far field cutoff
B, we are able to achieve approximation errors of a comparable size among all types of periodic
boundary conditions, provided that the degree of smoothness p as well as the period & are chosen large
enough. Furthermore, we assume that the NFFT parameters such as the support parameter m and the
oversampling factor o, for instance, are kept constant.

Recall that we may rewrite the condition & > 2L via

hfh— L 1
h 2

L=h()-ep) & sp=
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where we denote by eg € [0, !/2) the regularization parameter, see also (4.52). For eg = 0 we have
h = 2L, i.e., the nonperiodic function is just truncated at x = +L and continued periodically, see
Variant II in Section 3.4.1. In this case, equation (5.11) reads as
M
2 xp = My~28L (5.12)
2L
i.e., the mesh size which would be obtained without adding a regularization at the boundary of the
interval is denoted by M.
For eg > 0 we add some additional P € 2N grid points to end up with the same resolution in the
nonperiodic dimensions, i.e., we set M := My + P to obtain

M _My+P h
My My 2L

(5.13)
In order to choose the parameters appropriately in case of mixed periodic or open boundary conditions
we suggest to proceed as follows.

Algorithm 5.2 (Mesh size and regularization parameter).
Input: Desired far field cutoff parameter S > 0.

i) Set M; ~ B||¢;|| via (5.1) for all periodic directions.

ii) Choose My € 2N such that My ~ 2L, i.e., round up to the next even natural number.
iii) Specify an additional number P € 2N of grid points, provided for the regularization domain.
iv) The number M of mesh points used in the nonperiodic dimensions is given by M := My + P.

v) Set

My + P 1 M
0 or rather &g = = S E— (5.14)

h:=2L- == - ,

in order to apply the P>NFFT method, see Algorithm 4.3.

[

In the following we present a few numerical results for open as well as mixed periodic constraints.
We will show that the method works for all the considered types of periodic boundary conditions. In the
discussed numerical experiments, we tuned the parameters based on the 3d-periodic case heuristically,
as discussed above.

Open boundary conditions

We start with the case of open boundary conditions, since reference data are easily accessible by
computing the underlying finite sums, as for example (2.63), directly.

An essential ingredient for nonperiodic boundary conditions is the size of the regularization domain,
which is controlled by the number of additional mesh points P € 2N, see (5.13), or rather the
regularization parameter eg € [0,!/2), see (5.14). The following example gives an idea on how
the choice of the number of grid points P, spent for the regularization, influences the resulting
approximation errors.
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Example 5.18. We considered Particle system 3 subject to open boundary conditions and computed
exact reference data via direct evaluation. Furthermore, we fixed the near field cutoff radius 7y := 5
and the far field cutoff 5 := 1.6.

Note that in case of 3d-periodic boundary conditions this would result in the mesh size M =
(32,16,16)". For open boundary conditions we obtain

L =+v202 + 102 + 102 = 10V6 ~ 24.49

and
2BL = 78.38 = M, := 80.

In order to apply the PPNFFT method subject to open boundary conditions, we added P € {10, 12, 14, 16}
additional grid points for the regularization domain. The corresponding finally applied mesh sizes are
given by M = (M, M, M)" with M = My + P = 80 + P, respectively. The resulting values for / and
ep are summarized in the following table.

P M h EB
10 | 90 55.11 0.056
121 92 56.34 0.065
14194 5756 0.074
16 | 96 58.79 0.083

Furthermore, we used no oversampling, i.e., we set o := 1, applied the support parameter m := 5
and the smoothness parameter p := 12. In Figure 5.15 we plot the achieved rms force errors with
respect to the splitting parameter o. The P2NFFT method has also been applied to the same particle
system subject to 3d-periodic constraints, where we used the same set of parameters (i, = 5, 5 = 1.6,
m =5, 0 = 1 and varying splitting parameter «). For comparison we also plot the achieved rms force
errors under 3d-periodic boundary conditions (red lines). In case of open boundary conditions, better
approximations are achieved the more grid points P for the regularization are added. For P = 16 the
error curves almost coincide with those obtained for 3d-periodic boundary conditions.

Assuming that the errors of the fast summation approach for radial kernels in higher dimensions
underlie similar principles as in the one-dimensional case, the considerations presented in Remark 3.23
give an explanation of the observations. U

Example 5.19. We consider again Particle system 3. Note that the maximum distance between two
particles is given by L = V20% + 102 + 102 ~ 24.49, i.e., the applied period i will be larger or equal
to 2L ~ 48.99, as introduced in (5.10). For 3d-periodic constraints the periods L; = 20, L, = 10
and L3 = 10 regarding the single dimensions are much smaller. In other words, for a fixed far
field cutoff B8 > 0 the computations in Fourier space are supposed to be more expensive for open
boundary conditions. For this reason, the optimal parameters regarding computational costs will adopt
fundamentally different values concerning the two considered types of boundary conditions.

In a numerical test we considered different near field cutoff radii %, and tuned the splitting parameter
a as well as the far field cutoff S, as described in Section 2.3.4. To this end, we applied again the basic
accuracy € := 107>, Analogously to Example 5.13, possible combinations of the support parameter m
and the oversampling factor o~ were computed for each considered near field cutoff radius 7. For this
purpose, we applied the error estimates concerning the B-spline window function under 3d-periodic
boundary conditions. For each 7, we finally kept the combination yielding the shortest computation
time.
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Figure 5.15: Achieved rms force errors for different values of P (see legend), where we considered
Particle system 3 subject to open boundary conditions. The P>NFFT method has been
applied with the B-spline window function, where we set r,y; := 5, 8 := 1.6, 0 := 1 and
m := 5. The corresponding errors for 3d-periodic constraints are represented by the red
lines.

In order to compute the regularized kernel functions, we fixed the degree of smoothness p := 12.
The number P of additional grid points spent for the regularization domain was increased step by step
until the rms force deviation fell below . We obtained

20 18 <y £ 12,
18 :12 <y < 16.

In Figure 5.16 we plot the achieved runtimes ¢, the measured rms force errors AF,, AFy as well as
the optimal support parameters m and oversampling factors 0. By applying the proposed heuristic
parameter choice we obtained somewhat larger approximation errors compared to the 3d-periodic
case, cf. Figure 5.10. Nevertheless, we could always achieve rms force errors approximately of the
size &€ = 107>, We remark that the considered near field cutoff radii 7y are not reasonable to be
applied in case of very small particle systems, as the one considered. A direct computation of the
electrostatic interactions is supposed to be much faster. However, with regard to an application of the
same parameters in case of larger particle systems, such near field cutoff radii %, may be reasonable.
An example is discussed in the following.

The tuned parameters have been applied to a larger particle system containing N, = 76800 charges
and Ny = 76800 dipoles, distributed in a box of the size 80 x 80 x 80. As explained before, the mesh
size was scaled up according to the dimensions of the given primary simulation box based on (5.12).
In contrast, the number of additional grid points P € {18,20} in (5.13) was kept constant. Note that
keeping the number of additional grid points P constant results in a decrease of the regularization
parameter g for growing system size. The parameter choice for particle systems of growing size is
reconsidered later on in Example 5.22. Concrete parameter sets are listed in Table 5.8, where the cutoff
radius 7y := 11 has been fixed.

The runtimes as well as rms force errors, achieved for the large particle system with N, = Ng = 76800
under open boundary conditions, are summarized in Figure 5.17. We obtained somewhat larger
approximation errors compared to the small particle system, cf. Figure 5.16. In this concrete example,
the required computation time is minimized for 7,y; & 11, whereas 7y; & 6.5 was found to be optimal in
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Figure 5.16: Achieved runtimes (in parallel with 4 cores), rms force errors as well as tuned optimal
support parameters m and oversampling factors . We consider Particle system 3 subject
to open boundary conditions. The P>NFFT method has been applied by using the B-spline
window with ik-differentiation.

case of 3d-periodic boundary conditions, see Figure 5.11. We achieved an optimal runtime of r =~ 11.5
seconds in case of open boundary conditions, whereas ¢ ~ 4.5 seconds were achieved with the B-spline
window under 3d-periodic constraints. [
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Figure 5.17: Achieved runtimes (in parallel with 4 cores) and rms force errors for the particle system
containing N, = 76800 charges and Ny = 76800 dipoles, distributed in a box of size
80 x 80 x 80. Boundary conditions: open.

Mixed periodic boundary conditions

In the following example we consider Particle system 3 subject to 1d-periodic as well as 2d-periodic
boundary conditions. In the discussed numerical experiments we again considered different near field
cutoff radii 7y and tuned the splitting parameter «, the far field cutoff 5, the support parameter m
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as well as the oversampling factor o based on the error estimates for 3d-periodic constraints. Again,
for each r,, we measured the runtimes and kept the best combination of m and o with respect to
computational costs. We considered only the B-spline window with ik -differentiation.

Example 5.20. We assume nonperiodic constraints with respect to the last two dimensions, i.e., we
have L = 10V2 ~ 14.14.

Analogously to Example 5.19, we applied the degree of smoothness p := 12 in order to compute
the regularized kernel functions. The number of additional grid points P, spent for the regularization
domain, was again increased step by step until the rms force deviation fell below the applied basic
accuracy & := 107>, For each considered near field cutoff radius, P € {20,22} additional grid points
for the regularization domain were required.

Note that, in contrast to the case of open boundary conditions, no exact reference data were available.
In order to compute reference data for Particle system 3 under 1d-periodic boundary conditions, we
used the direct summation algorithm in ScaFaCoS, which evaluates the underlying infinite sums over
n € Z x {0}2, cf. (2.3), directly via truncation. For this purpose, we applied a truncation scheme of
the form n € {—C, C} x {0}? and increased C step by step until the rms force deviation reached a value
smaller than 107!, Finally, the reference data were computed with the cutoff parameter C = 11000.
In Figure 5.18 we plot the achieved runtimes as well as rms force errors for varying near field cutoff
radius 7. For overview purposes, the tuned parameters «, 5, m, o and P are not depicted. Again, the
measured errors are approximately of the size & = 107.

1072

runtime ¢
AF., AFy

6 8 10 12 14 16
Feut Feut
Figure 5.18: Achieved runtimes (in parallel with 4 cores) and rms force errors for Particle system 3
under 1d-periodic boundary conditions. The PNFFT method has been applied by using
the B-spline window with ik -differentiation.

In order to get an impression of the optimal parameters for large systems, the tuned parameter sets
have also been applied to the large particle system with N. = 76800 charges and Nq = 76800 dipoles
subject to 1d-periodic boundary conditions. The measured runtimes and rms force errors are depicted
in Figure 5.19. Here, a near field cutoff radius 7, ~ 8.5 seems to be reasonable choice in order to
minimize the computational costs.

Reference data of a higher accuracy for the large particle system were obtained based on the tuned
parameters for .y := 10, which are @ ~ 0.33, M = (56,158 + 22,158 +22), m = 4 and o ~ 1.14.
In order to increase the accuracy we applied the following set of parameters: 7y = 12, @ =~ 0.33,
M = (112,316 + 44,316 + 44), m = 6, o ~ 1.39. ([
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Figure 5.19: Achieved runtimes for the particle system containing N. = 76800 charges and Nyg = 76800
dipoles, distributed in a box of size 80 x 80 x 80. Boundary conditions: 1d-periodic.

Example 5.21. Again, we start by considering Particle system 3 subject to 2d-periodic constraints,
where we assume periodicity with respect to the first two dimensions, i.e., we have L = L3 = 10.

We proceeded analogously to the 1d-periodic case and tuned the parameters based on the error
estimates for 3d-periodic boundary conditions. In Figure 5.20 we plot the resulting runtimes and rms
force errors for varying .. Again, the tuned values for a, 8, m, o and P are not depicted, for overview
purposes. The additional number of grid points for the regularization domain was tuned to the value
P = 16, for each considered near field cutoff r.,;. With the proposed tuning we could achieve rms force
errors smaller than & = 1072, in each case.

Reference data of a higher accuracy have been computed as follows. We fixed the near field cutoff
%ewt := 10, the degree of smoothness p := 12 and the basic accuracy & := 1072, Then, we applied
the above described parameter tuning, appropriately adapted for the purpose of applying the PPNDFT
Ewald method under 2d-periodic boundary conditions. Finally, the reference data were computed via
the PNDFT Ewald method with parameters 7.y = 10, @ = 0.54, p = 12, M = (38, 20,38 + 54) and
eg ~ 0.293.

1.5 ——

runtime ¢
AF., AFy

Tcut Tcut
Figure 5.20: Achieved runtimes (in parallel with 4 cores) and rms force errors for Particle system 3
under 2d-periodic boundary conditions. The P>NFFT method has been applied by using
the B-spline window with ik-differentiation.

Again, the same parameters have been applied to the large particle system with N, = 76800 charges
and Nyg = 76800 dipoles subject to 2d-periodic boundary conditions. The measured runtimes and rms



5.3 P2ANFFT wiTH MIXED PERIODIC AND OPEN BOUNDARY CONDITIONS 169

force errors are depicted in Figure 5.21. An almost optimal runtime is achieved for 7 =~ 8, for both
the small and the large particle system.

Reference data of a higher accuracy for the large particle system have been obtained based on the
tuned parameters for 1y := 10, which are @ ~ 0.33, M = (56,56,112 + 16), m = 4 and o ~ 1.14.
In order to increase the accuracy we applied the following set of parameters: 7y = 12, @ =~ 0.33,
M = (112,112,224 + 32), m = 6, o0 ~ 1.39. ([
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Figure 5.21: Achieved runtimes for the particle system containing N, = 76800 charges and Ng = 76800
dipoles, distributed in a box of size 80 x 80 x 80. Boundary conditions: 2d-periodic.

Example 5.22. We reconsider the first part of Example 5.15, where we applied a fixed set of parameters
to particle systems of increasing size, see Table 5.4, subject to 3d-periodic boundary conditions. We
applied 7y := 6.5 in case of the B-spline window, which turned out to be a good choice for both the
small particle system with N = 600 as well as the one with N = 153600 particles.

The same test was executed for open and mixed periodic boundary conditions, respectively, where
we applied the near field cutoff radii 7, minimizing the runtimes for the large particle system with
N = 153600 particles, see Figures 5.17, 5.19 and 5.21. We summarize the applied parameters in case
of the different periodic boundary conditions in Table 5.7.

Teut a B m (o P
3d-periodic | 6.5 054 1.18 4 1.28
2d-periodic | 8.0 043 092 4 1.16 16
1d-periodic | 85 040 085 5 1.02 22
Od-periodic | 11.0 0.30 0.61 4 1.00 20

Table 5.7: Applied parameters for the different types of periodic boundary conditions.

In order to apply the same parameters to the larger particle systems, the mesh size M € 2N° was
scaled according to the dimensions of the box, as explained above. The number of additional grid
points P, applied in the regularization domain, was kept constant among all particle systems. Hence,
the regularization parameter eg decreases with increasing system size.

In Table 5.8 we list the achieved rms force errors as well as the measured runtimes in case of open
boundary conditions. We also list the values L, My, P, M = My + P, h and &g, as introduced by
(5.9), (5.12), (5.13) and (5.14). Finally, the mesh of precomputed Fourier coefficients is given by
M = (M, M, M), since the period h is applied with respect to all three dimensions. Note that we
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also list the computation times achieved by computing the underlying finite sums directly, which we
denote by fgirect. In this specific example, we are faster by applying the PPNFFT method if more than
10* particles are present. Furthermore, the achieved rms force errors are approximately of the size
£ = 107 and almost constant among the considered particle systems.

N L My P M h EB AF, AFy t Tdirect

600 | 2449 30 20 50 81.65 0.200 | 2.41e-05 2.34e-05 | 0.07 3e-3
2400 | 34.64 44 20 64 100.77 0.156 | 1.60e-05 1.48e-05 | 0.19 0.04
9600 | 108.25 74 20 94 15243 0.106 | 2.28e-05 2.14e-05 | 0.85 0.61
38400 | 158.57 120 20 140 228.62 0.071 | 2.73e-05 2.54e-05 | 3.19 9.63
153600 | 235.15 170 20 190 309.73 0.053 | 2.73e-05 2.57e-05 | 11.49 154.43

Table 5.8: Tuned parameters, achieved runtimes ¢ (in parallel with 4 cores) and rms force errors for all
the considered particle systems. Boundary conditions: open.

The results concerning 1d-periodic and 2d-periodic boundary conditions are listed in the Tables 5.9
and 5.10, respectively. We assumed periodic boundary conditions regarding the first or the first two
dimensions, respectively, for each particle system considered. Again, we also list the values for L,
My, P, the size of the precomputed Fourier mesh M € 2N3, the period 4 applied in the nonperiodic
dimensions and the regularization parameter eg. Note that the final size of the computed (inverse)
FFTs is M, = oM with the oversampling factors o listed in Table 5.7.

N L My P M h eB AF; AFy t
600 | 14.14 26 22 (18,48,48) 5222 0.229 | 3.19e-06 4.90e-06 | 0.04
2400 | 2828 50 22 (18,72,72)  81.46 0.153 | 4.53e-06 7.05e-06 | 0.13
9600 | 44.72 76 22 (34,98,98) 11533 0.112 | 5.93e-06 8.80e-06 | 0.53
38400 | 56.57 98 22 (68,120,120) 138.54 0.092 | 6.28e-06 9.13e-06 | 2.00
153600 | 113.14 194 22 (68,216,216) 251.93 0.051 | 6.83e-06 1.00e-05 | 8.09

Table 5.9: Tuned parameters, achieved runtimes ¢ (in parallel with 4 cores) and rms force errors for all

the considered particle systems. Boundary conditions: 1d-periodic.

N| L My P M h B AF; AFy t
600 | 10 20 16 (20,10,36) 36.00 0.222 | 3.77e-06 6.55e-06 | 0.02
2400 | 20 38 16  (20,20,54) 56.84 0.148 | 4.38¢-06 7.49¢-06 | 0.08
9600 | 20 38 16 (38,38,54) 56.84 0.148 | 4.86e-06 8.19¢-06 | 0.30
38400 | 40 74 16  (74,38,90) 97.30 0.089 | 5.47e-06 8.98e-06 | 1.33
153600 | 80 148 16 (74,74,164) 177.30 0.049 | 5.84e-06 9.49e-06 | 5.52

Table 5.10: Tuned parameters, achieved runtimes ¢ (in parallel with 4 cores) and rms force errors for
all the considered particle systems. Boundary conditions: 2d-periodic.

A comparison of the achieved runtimes for all types of periodic boundary conditions is given in
Figure 5.22. As expected, the required runtimes increase the more dimensions subject to nonperiodic
boundary conditions are involved. This is due to the fact that the proposed parameter tuning results
in larger periods and larger mesh sizes in all dimensions subject to nonperiodic constraints. However,
an appropriate choice of the near field cutoff radius 7,y can compensate the large difference between
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the required mesh sizes in Fourier space. Consequently, the value of the optimal near field cutoff
radius . increases with decreasing number of periodic dimensions involved, see Table 5.7. In case
of 2d-periodic boundary conditions we only have a small increase in runtime compared to 3d-periodic

constraints, for instance.

The achieved increase in runtime compared to the 3d-periodic case is

visualized in Figure 5.23, where we plot the runtimes for open and mixed periodic constraints, divided
by the achieved runtimes for 3d-periodic boundary conditions.
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Figure 5.22: Comparison of the achieved runtimes (in parellel with 4 cores) for the different types of
periodic boundary conditions. The achieved rms force accuracy is ~ 107,
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Figure 5.23: Runtime ¢ for open and mixed periodic constraints divided by the runtime 34, achieved
for 3d-periodic boundary conditions. The achieved rms force accuracy is ~ 107>,






6 Conclusion

This work mainly dealt with the application of nonequispaced fast Fourier transforms within the
scope of computing electrostatic interactions in particle systems. Main quantities of interest are the
electrostatic energies, forces and torques arising in particle systems consisting of a mixture of point
charges and point dipoles.

The presented method, which makes use of various NFFT modules, is named particle-particle NFFT
(P2NFFT) and is part of the publicly available software library ScaFaCoS. It is based on the widely
used Ewald summation approach which splits the underlying infinite and poorly converging sums into
short range and long range parts. An efficient computation of the short range parts is possible via
truncation and is realized in the same way for various types of periodic boundary conditions. This is
delegated to the provided ScaFaCoS near field solver. In case of the potentials we have

() = Z i& erfe(allxy + Ln)

neS =l lxij + Ln|

where the operators £; have been introduced in order to handle systems containing a mixture of point
charges and point dipoles, cf. (2.4). The primary simulation box has to be extended periodically
according to the given boundary conditions, which is achieved by setting S := Z° x {0}*7P, where
p € {0, 1,2, 3} denotes the number of directions subject to periodic boundary conditions.

The long range parts are approximated in Fourier space. This is realized based on appropriate
representations of the long range parts in Fourier space, which strongly depends on the underlying
periodicity. However, we finally end up with the same modular structure for all types of periodic
boundary conditions. In case of the electrostatic potentials, the Fourier space contributions are finally
approximated by an expression of the form

o () ~ Z c(k) (i & ez”i"TAle) o 27k AT x;
kelpy i=1
N¢ N
— Z (k) (Z gi eZniKTA’lxi + Z ”l‘_rvxi eZniKTA’lxi e—27riKTA’1x‘,-’ 6.1)
Py i=1 i=Net1

with a regular matrix A € R>, which depends on the shape of the primary simulation box and the
applied periodic boundary conditions. The Fourier coefficients c(x) are known analytically in case of
3d-periodic constraints and computed numerically for mixed periodic and open boundary conditions,
as summarized by the following table.

‘ K ‘ computation of ¢(«)
3d-periodic | = k c(k) = (7V) " (k), see (2.30) and (2.31)
2d-periodic | = (k,1) | c(x) = yP*(k, 1), fast summation approach (d = 1) for each k € vy, M)
1d-periodic | = (k,I) | c(k) = P! (k, 1), fast summation approach (d = 2) for each k € Iy,
Od-periodic | =1 c(k) = yPO(1), fast summation approach (d = 3)
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The indices k or k are introduced by applying the analytic Fourier transform in the periodic dimensions,
and the indices / or [ are introduced by applying the FFT in the nonperiodic directions, after sampling
the constructed periodic functions.

In case of mixed periodic or open boundary conditions, a precomputation step is required in order to
periodize the underlying nonperiodic functions and approximate them by trigonometric polynomials,
following the NFFT based fast summation approach. The main portions are treated based on the so
called regularization technique, extending the nonperiodic functions appropriately by polynomials in
order to construct smooth periodic functions. In contrast, the well localized interaction portions are
treated based on the Poisson summation formula.

It should be mentioned that the precomputations have to be conducted only once, even if the
algorithm is applied in simulations involving several time steps. This is due to the fact that the
precomputation step does only depend on the dimensions of the primary simulation box and not on the
particle positions. The precomputations have only to be repeated if the simulation box is increased,
which becomes necessary if particles are leaving the box.

Finally, the Fourier space parts of the potentials are computed based on (6.1) as follows. First, the
expressions in brackets are approximated via the adjoint NFFT and the adjoint gradient NFFT. After
multiplying the obtained values by the Fourier coefficients c(«), the outer sums are finally approximated
based on the NFFT. In order to compute the acting forces, the so called gradient NFFT is applied in
case of charged particles and the Hessian NFFT is used in case of dipoles. The Hessian NFFT and the
adjoint gradient NFFT are only required if dipoles are present in the given system and have thus been
introduced for the purpose of extending the original P’NFFT for charged particle systems to mixed
charge-dipole systems.

In the field of molecular dynamics simulations, the rms force error is a very common measure
of accuracy. Hence, we investigated the rms force errors introduced by the P2NFFT method for
charge-dipole systems. Basically, there are two different types of errors to be considered, namely the
truncation errors resulting from truncating the Ewald sums and, secondly, the approximation errors
originating from applying the different NFFT modules. Therefor, the theory of truncation errors in
the Ewald summation formulas under 3d-periodic boundary conditions has been studied and extended
appropriately to mixed charge-dipole systems. The presented numerical examples confirm that a
reliable prediction of the Ewald truncation errors as well as an appropriate tuning of the involved
parameters with respect to accuracy is therewith possible.

In addition, the NFFT related approximation errors were taken into consideration. Corresponding
error estimates have already been proposed for the classical P*M method as well as for the dipolar P’M
algorithm. These estimates have been adapted to the P>NFFT and appropriately extended to charge-
dipole interactions, where we allow for the presence of an oversampling factor, which does not exist in
the scope of classical particle-mesh methods. We considered both differentiation in Fourier space (ik)
and the analytic differentiation approach. The resulting estimates concerning ik-differentiation are
valid for arbitrary compactly supported window functions, whereas the estimates concerning analytic
differentiation require differentiable window functions. The presented numerical examples confirm
that high accuracies may be achieved based on both, ik- and analytic differentiation. If the shape
parameter of the Bessel window is chosen appropriately, we may achieve smaller approximation errors
than in case of the B-spline window for sufficiently large Ewald splitting parameter «.

In terms of estimating the resulting approximation errors and tuning the involved parameters, we
concentrated on studying the ik -differentiation approach. In case of orthorhombic box shapes, the errors
may be predicted very efficiently and numerically stable based on an approximation by exponential
terms. For triclinic box shapes the underlying sums of length |Z37| may be evaluated directly. Based
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on the presented estimates, all involved parameters can be tuned with respect to accuracy in advance,
for which only the near field cutoff radius 7 has to be specified. The numerical examples show that
the errors are estimated properly and that the parameter tuning provides feasible parameter sets. In
order to find the optimal parameter combination with respect to runtime, a further optimization with
respect to 7, has to be done. This especially depends on the underlying architecture.

In terms of the NFFT window function we restricted our considerations to the widely used B-spline
window and the Bessel window. In case of analytic differentiation we discussed proper estimates for
the B-spline window function in connection with orthorhombic box shapes. As indicated before, the
universal estimates are not readily applicable for the Bessel window since it is not differentiable at the
limits of its definition area. This gives raise to continuative investigations. Furthermore, the handling
of general triclinic box shapes and an investigation of the errors originating from the computation of
undesired self forces may be subject of an extended analysis concerning the analytic differentiation
approach.

The presented numerical results indicate that it is often advantageous in terms of computational costs
to spend some oversampling while using a smaller support for the NFFT window function. The Bessel
window function is oftentimes the better choice in terms of accuracy and efficiency, since a smaller
oversampling factor or a smaller support parameter is required. However, which window function
will be optimal regarding computational costs will always depend on the size of the given particle
system as well as on the required accuracy, for instance. If all involved parameters have been tuned
for a small particle system, the same set of parameters may be applied also to larger particle systems
possessing the same charge and dipole densities. This rather simple approach results in a remarkable
arithmetic complexity of O(N log N), which has been verified based on numerical experiments as well
as theoretical considerations.

We also presented numerical results for mixed periodic and open boundary conditions, where we
only applied the B-spline window function. Whereas adequate error estimates have been derived for
3d-periodic constraints, there are no equivalent estimates in the mixed periodic and open settings,
since the underlying Fourier coefficients are not known analytically. Thus, a reliable prediction of
the resulting approximation errors as well as an automated tuning of all involved parameters is more
challenging.

In this work we presented a heuristic approach to tune the parameters for mixed periodic and open
boundary conditions, which is based on the error analysis concerning the 3d-periodic setting. For a fixed
set of parameters, only the applied mesh size in Fourier space has to be adapted for the different types of
periodic boundary conditions. A larger mesh size is required in dimensions subject to open constraints.
Consequently, the computation of the Fourier space parts is computationally more expensive in case of
mixed periodic or open boundary conditions. In contrast, the computational effort required for the near
field computations is almost the same as under 3d-periodic boundary conditions. Hence, the runtime
is minimized for fundamentally different near field cutoff radii %, depending on the applied periodic
boundary conditions. This has been verified based on numerical examples. If the near field cutoff is
chosen appropriately, the PPNFFT under 2d-periodic boundary conditions only requires slightly larger
computation times than under 3d-periodic constraints, for instance. Moreover, the numerical results
show that the proposed heuristic parameter tuning works reliably and that the resulting approximation
errors are very close to the ones obtained under 3d-periodic boundary conditions.
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)

2

3)

4

The well known Ewald summation approach has become a helpful tool in order to efficiently
compute electrostatic interactions in particle systems subject to periodic boundary conditions.
Based on this technique, the interactions are split into short range and long range portions. The
former converge rapidly in spatial domain, whereas the latter converge fast in Fourier space. For
3d-periodic boundary conditions the Fourier coefficients are known analytically and the resulting
Fourier space representation allows the separation of the particle distances regarding the single
dimensions, which serves as the basis for efficient algorithms.

In contrast, for mixed periodic or open constraints the computation of the analytic Fourier transform
is only possible with respect to the periodic dimensions or not readily possible, respectively. Hence,
the development of efficient algorithms is more challenging.

Often one considers charged particle systems containing a set of charges g; € R at positions
X € R3. In case of dipolar systems, containing a set of dipoles with dipole moments u ;€ R3,
one may formally replace the charges g; by the operators ,uJT Vx;, as is known. In order to study
particle systems containing a mixture of charges and dipoles one may introduce the operators

£ e q; : particle j is a charge,
I p,Tij : particle j is a dipole,

to end up with a convenient way to express the Ewald summation formulas.

In the field of molecular dynamics simulations the root mean square error (rms) in the forces is
commonly considered as an adequate measure of accuracy. Estimates concerning the truncation of
the Ewald sums have already been derived in case of charge-charge and dipole-dipole systems. A
handling of mixed charge-dipole systems is possible by considering the different types of interac-
tions separately (charge-charge, charge-dipole, dipole-charge and dipole-dipole). The derivation
of estimates concerning interactions between charges and dipoles can be realized based on similar
techniques.

The particle-particle NFFT (P2NFFT) method for charged particle systems enables an efficient
computation of the Fourier space parts of the electrostatic potentials by applying the NFFT and
its adjoint. In order to compute the forces or rather the therefor required partial derivatives, the so
called gradient NFFT may be applied. The resulting arithmetic complexity is O(N log N), where
N denotes the number of present particles.

In order to treat mixed periodic and open boundary conditions one may combine the Ewald
summation formulas and the NFFT based fast summation approach to end up with an efficient
algorithm of the same structure as well as the same complexity. For this purpose, a precomputation
step is required in order to compute the approximating Fourier coefficients numerically based on
the FFT. However, in view of particle simulations involving several time steps, this precomputation
step has to be conducted only once, since it does not depend on the positions of the particles. The
precomputation step has to be repeated as soon as particles leave the primary simulation box.
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(5) In order to extend the PNFFT method to mixed charge-dipole systems, two new NFFT variants
are required, namely the adjoint gradient NFFT and the Hessian NFFT. The adjoint gradient NFFT
enables an efficient computation of the so called structure factors of the dipole particles. The
Hessian NFFT is needed in order to approximate the electric field gradients, which are required in
order to compute the forces acting on the dipole particles. The gradient NFFT, the Hessian NFFT
and the adjoint gradient NFFT may be applied with differentiation in Fourier space (ik) or analytic
differentiation.

The nature of the underlying Fourier coefficients is not relevant for the presented extensions for
mixed charge-dipole systems. Thus, both features may be combined. Finally, the first O(N log N)
algorithm for charge-dipole systems is presented, that in addition allows the application of various
types of periodic boundary conditions.

(6) The current implementation of the P>NFFT method allows the treatment of mixed charge-dipole
systems under various types of periodic boundary conditions. It is part of the publicly available
C software library ScaFaCoS. Concerning the shape of the primary simulation box the present
implementation poses some restrictions in case of mixed periodic and open boundary conditions.
However, the case of a general triclinic box can be traced back to the available special cases.

(7) The application of the different NFFT modules introduces further approximation errors, in addition
to the Ewald truncation errors. Appropriate estimates have already been derived for the particle-
particle particle-mesh (P3*M) method under 3d-periodic boundary conditions, where pure charge as
well as pure dipole systems have been studied so far. These error estimates are valid for the PPNFFT
method in a very similar form, where additionally the application of an oversampling factor has
to be taken into consideration. An extension to charge-dipole systems is realized based on similar
techniques. The obtained estimates are valid for arbitrary compactly supported window functions
in case of ik-differentiation. For analytic differentiation we additionally require differentiability.
In contrast to the ik-differentiation approach, systematic errors are introduced in case of analytic
differentiation, in addition.

Based on these estimates it is possible to automatically determine appropriate sets of parameters
in order to achieve a certain rms force accuracy, provided that a near field cutoff radius is specified.
For relatively small particle systems the optimal near field cutoff radius may be tuned based on
measuring the resulting runtimes. The rather simple approach to apply the optimal parameters,
determined for a small particle systems, to larger particle systems with the same particle density,
already results in an arithmetic complexity of O(N log N).

(8) In case of mixed periodic and open boundary conditions, the analysis underlying the P>NFFT
method is much more complicated as in the 3d-periodic setting. Thus, reliable error estimates
have not been derived yet. Nevertheless, a heuristic approach in order to predict the resulting
approximation errors or rather to tune the involved parameters, that is based on the error analysis
for 3d-periodic boundary conditions, may be applied.

(9) The NFFT allows the application of various types of window functions. Within the scope of
P2NFFT, the best results are obtained by the widely used B-spline window and the so called Bessel
window. The optimal shape parameter for the Bessel function very much influences the resulting
accuracy and depends on the decay of the underlying Fourier coefficients. If the shape parameter is
tuned appropriately, the Bessel window may outperform the B-spline window in terms of accuracy.
Relating to the application within the PPNFFT method, the optimal window function will finally
depend on the size of the considered particle system and the required accuracy, for instance.
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(10) The computation of oversampled FFTs is possible within the P’NFFT framework. Such an
oversampling factor is not present in classical particle-mesh methods. In terms of computational
efficiency it is oftentimes advantageous to spend some oversampling while using a window function
with smaller support. The optimality of certain parameter constellations may strongly depend on
the used software and hardware.
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