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We present a two-stage error estimation scheme for the fast multipole method (FMM). This scheme
can be applied to any particle system. It incorporates homogeneous as well as inhomogeneous
distributions. The FMM error as a consequence of the finite representation of the multipole
expansions and the operator error is correlated with an absolute or relative user-requested energy
threshold. Such a reliable error control is the basis for making reliable simulations in computational
physics. Our FMM program on the basis of the two-stage error estimation scheme is available on
request. © 2010 American Institute of Physics. [doi:10.1063/1.3358272]

I. INTRODUCTION

The fast multipole method (FMM)'™ is one of the most
effective methods to evaluate pairwise potentials required in
several scientific applications such as molecular dynamics(’
and plasma physics.7 The FMM achieves linear scaling with
respect to the number of particles by expanding local charges
in multipole expansions and can be applied to a variety of
potentials. The control of the errors due to the finite expan-
sions is a crucial aspect in the application of the FMM. 4!
Any error estimation dealing with the worst case scenario
with respect to the positions of the particles in the boxes and
the distance between the boxes always overestimates the
length of these expansions. The basis of a reliable error es-
timation scheme is the computation of a small upper error
limit. The smaller this limit can be computed the better is the
error estimation scheme. The scheme should include the con-
tributions of all particles to the FMM error. Using the ap-
proach described in this paper the level of poles depending
on a user-requested energy threshold can be determined. Be-
cause our error estimation scheme follows the FMM algo-
rithm in detail we do not need to apply Chebyshev polyno-
mials. Chebyshev economization always assumes the worst
case scenario. Such a situation is certainly not the case for a
realistic particle distribution. The Chebyshev economization
only includes the errors resulting from the truncation of the
infinite expansion of the reciprocal distance. In the FMM
approach further errors are incurred by use of the operator
B.*® These errors are ignored by the Chebyshev economiza-
tion.

Besides the operator B (multipole-to-local translation)
the FMM uses the operators A (multipole-to-multipole trans-
lation) and C (local-to-local translation). The FMM could
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also be implemented without the use of the operators A and
C increasing the complexity from O(N) to O(N log N).
However, the two different implementations give the exact
same results. Because we must use a finite binary floating
point representation the results of the schemes only differ
within the magnitude of the machine precision. The use of
the operators A and C has no impact on the accuracy of the
calculation (energy, potential, and gradient).3 The operators
A and C translate exact up to the level of poles in the un-
shifted expansions. Because A and C have no impact on the
accuracy of the results these operators do not affect the er-
rors. Hence, the operators A and C do not need to be con-
sidered in the FMM error estimation scheme. Therefore only
operator B has to be taken into account as described in this
paper. The error due to the finite representation of the mul-
tipole expansions is implicitly handled in our scheme.

This work has been motivated by the requirements of
numerical simulations in the field of laser plasma
interaction.'*'® Simulations of clusters consisting of 10° or
more charged particles simply require a reliable error control
for various reasons. Due to error accumulation, hundreds of
thousands or millions of time steps within a molecular dy-
namics simulation could lead to unphysical artifacts. Without
error control a small change in the geometry of a single
particle could cause a discontinuous change in the energy in
case the particle moves from its original box to another box
on a certain level of the FMM tree.

The basic idea of our FMM error estimation scheme is to
compute the errors depending on the actual particle posi-
tions. Assuming the worst case scenario always overesti-
mates the level of poles. Our approach determines a smaller
level of poles for a certain user-requested energy threshold. It
can reduce the total runtime of a FMM calculation by an
order of magnitude or even more.

© 2010 American Institute of Physics
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The development of a reliable and effective error estima-
tion scheme for the FMM is in principle not an easy subject
and therefore a certain level of mathematics is necessary to
tackle this problem. Nevertheless we have tried to keep the
mathematics as simple as possible following the notation
used by White and Head-Gordon.*” We have implemented
the two-stage error estimation scheme described in this paper
in our FMM program which is available on request.17

A. Laser plasma interaction

The interaction of clusters with intensive
(>10"> W/cm?) and short (=1 ps) laser pulses is one of the
frontiers in physics today. Very interesting phenomena can
be investigated, for example, the formation of highly charged
ions and high energetic electrons. The irradiation of clusters
with intensive short laser pulses shows many fascinating dy-
namical phenomena, starting with the mechanisms of energy
absorption from the laser pulse and ending with the process
of recombination when the cluster expands. High-energy
Coulomb explosion of clusters caused by femtosecond pulses
has been observed. For large clusters, strong laser pulses
could even create a nanocluster inside the cluster. Reliable
computer simulations of intensive laser pulse interactions
with plasma targets are the key to understand these pro-
cesses. All these phenomena are the result of effective energy
absorption from the laser field into the cluster. The energy
absorption leads to a rapid expansion of the cluster on a
femtosecond time scale. In the course of expansion the elec-
tron density decreases resulting in strong energy absorption.
The explosion of clusters ejects for example xenon ions with
kinetic energies up to 1 MeV. Compared to the Coulomb
explosion of molecules this energy is about four orders of
magnitude higher. The laser-induced Coulomb explosion of
clusters shows that access to an extremely high temperature
state of matter is possible, which is the basis for fusion ex-
periments.

Il. THEORY

In order to derive the algorithm we assume the particle
coordinates are scaled so that all particles are enclosed by a
box with a coordinate range from O to 1 in each spatial di-
rection. We propose a two-stage error estimation scheme. In
the first stage homogeneous distributions of particles in all
boxes on all levels of the FMM tree are assumed. In the
second stage the real distributions of the particles in the
boxes are taken into account by using an additional space
domain decomposition for each box. Hence, the contribution
of each particle with respect to the absolute or relative en-
ergy error is taken into account. It shows that the error con-
tribution of a single particle depends strongly on the distance
of the particle to the center of the box.

A. First stage of the error estimation scheme

At first we compute an average absolute error of the
interactions of two separated boxes with respect to the level
of poles p, at which the multipole expansions are truncated.
We average over all possible box positions depending on the
FMM separation criterion ws.* The energy of two separated

J. Chem. Phys. 132, 119901 (2010)

FIG. 1. The positions of the two box centers. Subscript 1 refers to box 1 and
subscript 2 to box 2, respectively.

boxes'® (Fig. 1) within the rotation based FMM*>'??! ap-
proach can be written in complete form as follows:

SIS S

oo
=0 m=-1 j=0 k=—j n=—min(j, 1)

(-m\(l+m)! G+
g me ¢dfn"(0)w?m 1Rj+l+1
k)G +k)
- %ew’dk (O 2. (1)

The variables R, 6, and ¢ are the spherical coordinates with
respect to the relative position of the two box centers to each
other. The matrices d' and @&’ are components of the Wigner
D-matrices.'*' The summation over 7 in Eq. (1)

E= (-1y

min(j, [)

n=—r§u, p ¥ (I=n)l(l+n)! dn(9)
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XN GG e 0

(j+1-k-m)!
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is leading to the energy expression of the conventional FMM
which is a better approach for an error estimation scheme
compared to Eq. (1). The energy of the conventional FMM is
given by

1 oo

© j
E=2 2 2 2 (-1)al!

1=0 m=-1 j=0 k=—j

(G+1-k—m)! ; .
T L rem(C0s(6))e FM e 2 (3)

The terms Pj,; .., are the associated Legendre polynomials.

The multipole moments of the two boxes are defined by

box 1 box 2 .
wp,  and Wy with

Nbox 1
1 .
box 1 _ ! —imf3
= Z a P, (cos e "Rl 4
Wy = qr I(l + m)' lm( (al)) ( )

and
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Nbox 2
b 2_
A T k), Pj(cos(ay)e 1. (s)

The upper bounds N ! and N*°* 2 indicate the number of
particles in the two boxes. g, is the charge of particle 7, and
a;, a4, and B; are the spherical coordinates of particle 7 with
respect to the center of the first box. g; is the charge of
particle J, and a,, a;, and B; are the spherical coordinates of
particle J with respect to the center of the second box. Now
we can compute the upper limit for the multipole moments

~box 1

Z
Pl'"(,z 2 2)
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of a homogeneous distribution. The absolute value of the
phase factors is equal to 1

|e—im,31| =1 s (6)
= 1. 7)

To avoid any under- and overflows in the binary floating
point representations we substitute the terms 1/(/+m)! by
I'/(I+m)! in Eq. (4) and 1/(j+k)! by j!/(j+k)! in Eq. (5)
and introduce the terms 27/ and 27/. We introduce the aver-
aged multipole moments for level L (L>0) of the FMM tree
as follows

[ )
et 2x 2L ) (1+m)!
(E |41|>

Wy

The value L=1 corresponds to the complete simulation box
[0,...,1, 0,...,1, 0,...,1]. Due to symmetry Eq. (8) can
be simplified

nbox 1 1 1,1 2. .2, .2\!
o Vx*+y + 7
o (zL)(EWA)ffJ(—Z )
I=1 0Jo Jo

dxdydz. 9)

I Z
X———| P, | ———
(Hm)!‘ ( T)

We obtain the analog expression for the multipole moments
of the second box

Nbox 2

Vel ptf [2 2, 2\J
& _ Vx“+y +z
2 L>f<2 |q,|) [ (—2 |
J=1 0oJ0 Y0

(]+k)' " Va2 +yr+ 22

The introduction of the two chargeless multipole moments

- 1l orl \/m l
Wpy = 2
0J0Jo

dxdydz. (10)

! Z
X P, | —————||dxdyd 11
(l+m)!‘ lm(\W) xayaz (11)
and
Va2 +y + 72
jk_
: (;) ivie (2
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is leading to

1l
f f f dxdydz
-1

dxdydz
VX“+ Yy 47
(8)
[
Nbox 1
oy =20 L)( > Iq,|>5lm (13)
I=1
and
Nbox 2
@ 2= (2" L)J( > Iqjl)éi,-k. (14)
J=1

The integration can be performed numerically with
sufficient accuracy. We have wused the Romberg
integration method. The box with coordinate ranges
[0,...,1, 0,...,1, 0,...,1] is divided in half along each
Cartesian axis ten times to yield 8'° boxes, respectively, 8'°
points have been used in the numerical integration. We have
performed the numerical integration in double precision (64
bits for the representation of a floating point number). The
distance R in Eq. (3) represents the distance between the
centers of two separated boxes. Each level L of the FMM
tree consists of 2X°! boxes in one dimension (1D). To
obtain a level-independent distance R we define

=2LR. (15)

On each level we have 87! boxes in three dimensions (3D).

The distance R is always equal to or greater than 2(ws+1)
and less than or equal to 2(2ws+1)\3 in case separated
boxes exist on the level L. To guarantee numerical stability
we rearrange terms and use normalized associated Legendre
polynomials. We introduce the term

G+

2 (10

with j+[>0 for the purpose of correction. This term corre-
sponds to a probability and compensates the overestimation
of the level of poles p as a consequence of the disregard of
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the real distribution of positive and negative contributions,
since we treat negative contributions as being positive. The
summation over j in Eq. (16) is always unity

E G+ Dr (17)

'1'2]+Z+1

The absolute value of the phase factor in Eq. (3) is equal
to 1

|eitkem | = 1, (18)

Now we use Egs. (9), (10), (15), (16), and (18) to simplify
Eq. (3) yielding

E, =2'E (19)
with
P A
E

B R cti

-L
1=0 m=-1 j=0 k=—j (2 )

><V(j+l—k—m)!(j+l+/’<+m)!
I (ws + 1)1

Ghox 2
P o O s 410,
(20)
The normalized associated Legendre polynomials are given
by
i+ — !
s cos(o) = [
X Py, eem)(cOs(6)) (21)
with
[P (cos(6)] = 1. (22)

For now we neglect the charges and use Egs. (13) and (14) to
simplify Eq. (20)

= = ® l ©
~ W W, ~
E=2 0(100"'2222(61111
R =0 m=—1 j=0 k=—j

2ws + D) VNG + 1= k—m)(+ 1+ k+m)!
% I (ws + 1)1

R
(1 +1)! i
'1'21+[+1 | nf;m‘z;{]+ni?(cos(0))| ka .] + l > O (23)

with

1 1 1
Boo= J f f dxdydz =1 24)
0o J0 J0

and average over all possible box-box interactions. By taking
into account all the eight child boxes of a certain box and
neglecting edge effects we have to consider 56(2ws+1)?
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box-box interactions. Each interaction is defined by a pair of
spherical coordinates (R;, 6;). Some of these interactions
may be defined by the same pair of spherical coordinates. We
define

E = 2 2 8ji (25)
=0 j=0
with

~ 56(2ws + 1)3

25000)00 1
= 0 - 26
0 S 1 2 (26)

i=1 R
and
1 56Qws+ 173 1
8j1= E E E (Tnm

56QQws+1)° o T

2(ws+ D VNG +1-k—m)!(G+1+k+m)!
N (ws + 1)1

R;
G+ iz
P P (cos(0)| @y, j+1>0. (27)

The elements of g; satisfy the symmetry condition g;=g;.
Since FMM implementations demand a finite level of poles p
causing an error in Eq. (1), p can be obtained by splitting the
two sums in Eq. (25) into two parts, a sum from O to p and a
second sum from p+1 to infinity, yielding

E=§(zg,,+ » g) » (zg,ﬁ » gﬂ)

=0 Jj=p+1 I=p+1 Jj=p+1

(28)

Now we obtain the error for E as a function of the level of
poles p with

_ p ® p ® o
AE(P)=E E 8+ E Egjl"' 2 2 8ji

=0 j=p+1 I=p+1 j=0 I=p+1 j=p+1
p ee) o0 ee]

=> 2 g+ > Zgjl' (29)
=0 j=p+1 I=p+1 j=0

The vector AE can be pre-computed and stored (Table I).

The function AE(p) is shown in Fig. 2. The precomputed
values can be used in a simulation as follows. After the par-
ticle coordinates have been scaled, the parent box is divided
into eight child boxes in 3D. Each of these child boxes is
subdivided creating 64 child boxes in 3D on level 3. This
procedure continues until the minimum of computation time
has been found depending on a user-requested absolute en-
ergy threshold AE,.,. On each level of the FMM tree with
separated boxes all far field box-box interactions
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TABLE 1. Al::“ depending on the level of poles for 0=p=101. TABLE L. (Continued.)
Level of poles AE Level of poles AE
0 0.346 731 006 239 123 069 X 10-°! 60 0.225 712 315 521 735 834 x 1077
2 0.116 936 137 039 975 664 X 10—02 62 0.105 697 803 772 035 782 X 10717
3 0.286 323 285 926 225 595 X 10703 63 0.725 091 247 693 815 271 X 10_18
5 0.240 199 453 480 825 078 X 10—04 65 0.342 715 886 198 196 062 X 107]8
6 0.790 161 568 817 730 142 X 10-% 66 0.236 154 871 564 270 836X 107'8
7 0.277 794 622 043 420 435 X 10-% 67 0.162 924 997 003 520 526 X 1078
8 0.103 448 891 695 808 980 X 10~ 68 0.112 577 672 081 913 740 X 10718
9 0.405 586 188 452 373 622 X 10—06 69 0.778 812 242 668 708 876 X 10719
10 0.166 697 913 065 686 554 X 107% 70 0.539 442 806 730 615 923 X 10719
1 0.714 180 324 616 708 230 X 107 71 0.374 171 963 549 876 115 x 107"
12 0.318 405 206 475 023 056 X 10-°7 72 0.259 810 755 348 535 438 X 10719
13 0.146 925 468 839 778 159 X 10-%7 73 0.180 633 222 470 452 024 X 10719
14 0.700 209 322 516 717 622 X 10708 74 0.125 714 489 266 537 428 X 10_19
17 0.894 389 839 347 706 292 X 10—09 77 0.426 639 056 089 346 960 X 10720
18 0.471 856 157 766 461 623 X 10709 78 0.298 202 942 920 053 238 X 10_20
20 0.139 155 853 271 036 045 X 10—09 80 0.146 118 188 762 707 277 X 10720
21 0.774 806 428 149 775 649 X 10-10 81 0.102 444 609 383 165 003 X 10720
22 0.437 973 100 288 791 631 X 10-10 82 0.718 750 343 683 977 255 X 10~
23 0.250 897 959 392 884 788 X 10-10 83 0.504 759 144 853 701 595 X 10~
24 0.145 521280 136 111 869 % 10—10 84 0.354 829 073 547 639 235X 10721
25 0.853 959 295 135 225 828 X 10~1! 85 0.249 619 957 112 292 326 X 1072!
26 0.506 093 274 942 549 819 X 10-!! 86 0.175 773 128 342 598 693 X 102!
28 0.182 932 728 104 287 674 X 10—11 88 0.873 510914 198 504 058 X 10722
29 0.111 368 947 775 526 674 X 1011 89 0.616 587 698 251 202 001 X 10722
30 0.683 381 017 661 747 299 X 10-12 90 0.435 489 807 308 156 787 X 10722
31 0.422 176 848 863 055 456 X 10—12 91 0.307 857 569 061 083 891 X 10722
32 0.262 622 690 729 507 371 X 10-12 92 0.217 778 185 552 155 634 X 10722
33 0.164 399 252 291 339 076 X 10-12 93 0.154 164 756 334 168 359 X 10722
34 0.103 482 028 019 455 833 X 10-'2 94 0.109 218 091 210 508 913 X 10~
35 0.655 143 170 259 656 972 X 10—13 95 0.774 178 267 063 568 442 X 10723
36 0.416 831 809 049 214 025 X 10-13 96 0.549 225 992 133 482 842X 1072
37 0.266 521 344 937 552 025 X 10-13 97 0.389 869 364 369 932 214 X 1073
38 0.171 208 773 767 498 294 X 10-13 98 0.276 906 016 944 480 070 X 10~23
39 0.110 431 360 494 495 074 X 10—13 99 0.196 825 617 009 790 711 X ]0723
40 0.715 461 231 109 113 583 X 10-14 100 0.139 975 734 381 477 048 X 10723
41 0.465 244 430 656 835 537 X 10-14 101 0.996 159 298 985 506 144 x 10~
42 0.303 644 668 125 161 447 X 10714
43 0.198 914 450 784 026 232X 10714
a4 0130717 619 978 435 692 x 10:1: (Zka)Zumx) have to be taken into account. Finally we have
12 8:?2; 2?2 iii sz 23(9) i:;i 18_15 to sum over all levels L and all box-box interactions on the
47 0.378 005 643 922 669 805 X 10715 levels
48 0.251 463 748 423 698 124X 10713
49 0.167 681 532 448 788 446X 10~ . NbOx K
50 0.112 109 725 775 368 340 X 10713 = _
51 0.751 378 604 546 538 147 x 10716 Ab = EAE(p)E E E 2! E lai
L K(L) M(K) I=1
52 0.504 772 887 241 145 989 X 10716
53 0.339 940 944 384 364 819 X 10716 Nbox M
54 0.229 357 612 857 324 952X 10716 <\ > gl . (30)
55 0.155 090 896 652 443 053 X 10716 J=1
56 0.105 095 591 428 024 057 X 10716
—17
2; 8‘7‘; :g: ?3(2) ;gg ;gz i;‘fi 18_17 Because e.ac%h box-box interaction is computed twice we
59 0330 661 108 107 414 281 X 10-17 have to divide the result by 2. We can change Eq. (30)

slightly to be computationally more efficient
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FIG. 2. logm(AE) as a function of the level of poles.

anx K
AE=AEp)Y Y X 2L‘< > |q1|)

L K(L) M(K)>K I=1

Nbox M
X( > |CIJ|>~ (31)

J=1

Now each box-box interaction is computed once only. Fi-
nally Eq. (31) is used to find the smallest possible value for
p. The determined value of p is always correct for systems
consisting of homogeneously or nearly homogeneously dis-
tributed particles. Depending on the user-requested absolute
energy threshold it is also possible to neglect the entire far
field contribution. Therefore we can define an interval for the
ratio of the exact far field energy E assuming all charges
being either positive or negative and the monopole approxi-
mation E, of E by

E
O=—=c¢ (32)
Ey
with
2ws+l  2ws+l 2ws+1

c;=2 min min min min min min
i:—2ws—lj:—2ws—lk:—2ws—1—25gi52—2$gj$2—2$gk£2

\/ P2+t + i
(2i+g)*+(2j+g)* + (2k + gp)*
k) > ws (33)

j’

and

2ws+1 2ws+1 2ws+1

Cr= 2 max max max max maxXx max
i=—2ws— 1j=—2ws—1k=—2ws—1—25gi22—25gj52—25gk32

\/ P2+ kP
(2i+8)*+ (2 +g)* + (2k + gp)*
k) > ws. (34)

j,
In case ws is equal to 1, ¢;=v6/17 and c,= V6 (Fig. 3). The
limit of ¢; and ¢, is given by

lim ¢,=1. (35)

ws—0

lim ¢; =

Ws—0

Finally we can write

J. Chem. Phys. 132, 119901 (2010)

q2

iy

q1 q2
01 Ol

q1

FIG. 3. The minimal and maximal ratio E/E of the exact far field energy E
and the monopole approximation E, of E for ws=1. The minimal ratio
\6/17 is illustrated in (a). The maximal ratio V6 is illustrated in (b). The
charges ¢; and ¢, are located in box 1 with origin O, and box 2 with origin
0,, respectively.

V617 =c =1,

(36)

The terms c¢; and ¢, are strictly monotonic increasing, re-
spectively, decreasing with respect to ws (Fig. 4). The terms
¢y and ¢, for 1 =ws =10 are shown in Table II.

The monopole approximation E of the far field energy
E is defined by

12 2 E ( Nbox K|CI1|)( Nbox M|‘]J|)

E =
0724 K(L) MK) |RK_RM|
(=0 e (= "la)
_2 E 2 qi q; (37)
L K(L) MK)>K |RK_RM|

Ry=(xk,vk,2x)7 and Ry,=(xy,,v),24)7 are the coordinates
of the box centers. We can neglect the far field contribution
to the energy completely in case

AEreq = Con. (38)
2.5 ‘ ‘ —
— Cl 4
2 — 2 |
S i
E 1.5
1_/_,./’_& a
N | N | N | N | N
0.5 10 20 30 40 50

ws

FIG. 4. The terms c; and ¢, as functions of ws.



119901-7 An error-controlled fast multipole method

TABLE II. The terms ¢; and ¢, for 1 =ws=10.

ws c cy
1 0.594 088 525 786 004 585 2.449 489 742 783 178 098
2 0.677 003 200 386 330 030 1.683 250 823 060 346 326
3 0.738 548 945 875 996 396 1.477 097 891 751 992 793
4 0.781 735 959 970 571 592 1.354 006 400 772 660 060
5 0.810 380 415 552 132 998 1.279 204 298 133 662 606
6 0.833 739 738 299 376 129 1.233 988 360 045 293 429
7 0.851 858 977 069 655 170 1.199 415 062 114 891 975
8 0.866 025 403 784 438 647 1.173 903 224 498 427 246
9 0.878 203 752 021 909 479 1.154 700 538 379 251 529
10 0.888 065 196 826 467 797 1.138 687 915 757 221 612

B. Second stage of the error estimation scheme

Now we can go a step further to improve our scheme.
After we have set up the FMM tree to achieve the minimum
of computation time (subject of a next paper) assuming a
homogeneous distribution, the positions of all particles must
not be changed anymore. Now we can include the actual
distributions of particles in all boxes on all levels of the
FMM tree in the second stage of our error estimation
scheme. This procedure is necessary because the individual
error contribution of a single particle strongly depends on its
position in the box with respect to the box center. In general
two particles with the same charge contribute very differ-
ently to the energy error in case the first particle is located
near the box center and the second one is located far away
from the center in one of the box corners.

To derive the second stage lets consider the far field
interaction of two separated boxes. We obtain an upper error
limit if we incorporate only the largest of the three distances
d,, dy, and d, with

d, = [xconer = *eemerl (39)

=Y oomer = Yoomerl (40)
d. = |zgemer = Zoonter» (41)
d=max(d,, d,, d,). (42)

On a certain level of the FMM tree the distance d can take
ws+1 different values. For the sake of clarity we substitute d

o min(j, )

E——EE >

Rl 0 j=0 m=—min(j, [)

o min(j, )

——EE >

Rl 0 j=0 m=—min(j, /)

. ,
(- 1)’*’"(%) #Pm(coswl))e‘imﬁ% 1)’*’<%>J

. L . . 7
(- 1)]“”(%) T o Pnteostaa))e (- 1)-'”(%)
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B

FIG. 5. The positions of the two box centers along the Z axis. Subscript 1
refers to box 1 and subscript 2 to box 2, respectively.

by R. Without loss of generality we can assume the two
boxes are located along the Z axis. The box centers are sepa-
rated by the distance d [Eq. (42)]. After we have chosen d,
any rotations about the X, Y, or Z axis by a rotation angle of
k(7/2)(k integer) must be without any relevance with re-
spect to the quantity of the error.

The energy of two separated boxes located along the Z
axis'® (Fig. 5) is given by

o min(j, 1)

EEZE

1=0 j=0 m=-min(j, I)

(] ) box 2y

i box 1
(= 1Yl (4 Ty T (@ )"

S min(j, )

—EE >

1=0 j=0 m=-min(j, 1)

D!

(_ 1)j+mwlbn(;x 2(_ 1) Rj+]+1 box l)*_

(43)

The asterisk in Eq. (43) symbolizes the conjugate-complex
of wb‘”‘ 2 and w}’,‘,’," ! respectively. By now we ignore the
chaIges and the sum over all particles in the multipole mo-
ments. The chargeless versions of the multipole moments are

given by

1
o' = s Pin(cos(an)e™ (44)
and
w_']?,?q"z ab—— jm(cos(az))e‘imﬁ2. (45)

(1)'

Now we replace the chargeless multipole moments in
Eq. (43) using Eqs. (44) and (45) and rearrange terms

Jj! im 2(j+l)!
G+ 1 imcos(an))e ’ i
j! i +1)!
(]_im) Jm(cos(al))elmﬁl (]_]-:_l') . (46)

To derive an expression for the energy error we reformulate Eq. (46)
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o min(j, /) / ! l j ] (_]+l)'
= 52 33 (o Q) g Pleost@ne A 1y B Ep fcostaaem LT
=0 j=0 m=-min(j, 1) b
a\' I g G+
+(- 1>f+m( 2) T Pifcosta)e (- 1)1”( R) i Pnleos(@e S | (47)
Now we can split the first two sums in Eq. (47)
IPOREID 55 SENFS ) SENFED S5 SENPED S s)
1=0 j=0 1=0 j=0 1=0 j=p+1 I=p+1 j=0 I=p+1 j=p+1
Using Egs. (47) and (48) we obtain an error for the energy E
I far ) ! G+D!
AE=—E 2 E (( 1)’*’"( ) —— Pin(cos(ay))e ””ﬁl(+1)’”<—2> , Pj(cos(ay))e™Pr—r=
=0 j=p+1 m=-1 (l ) : : R (J+ )' / ? J'l'
a\' 1! a j! G+
el 2) Ty Pinlcosta)e (- (& (Hm),ij(cos(al))e""ﬂl i
SIS R (e " G
v (-1 w( ) Py (cos(ay))e i+ 1)/”( ) Pju(cos(ay)empal 0
2Rl—p+l] =p+1 m=-min(j, 1) (l ) : 1 R (] )' ! 2 !l!
L i i+ !
+m| 42 I! imp3 j+1 J! imf3 —(]+l)'
+(=1Y ( )(l )sz(COS(az))e 2(=1) (R> G+m)! Pjy(cos(a;))e™"! ) (49)
To make Eq. (49) more manageable we consider only the terms for 0=</=p+1 and change the summation sequence
Lo a\/ ! (D)
AE - 1 j+m —Pp imf3; 1 ]+l(_2> P. imBy M~ 7"
155 S (com(o) s ruoane i () L taenn L
1 .
_ +m| 42 I! —imBy(_ 1\Jj+ a_ J' impB (]+l)‘
+(=1y ( ) Uem)! Py, (cos(ay))e™F2(= 1) Gam)! P, (cos(ay))e™F1=——— I
p+l i i .
! , Sa) ! G+
_ 1 j+m P —imf3) 1 ]+l(_2) imfB,
+2Rl_pz+1 mz_l]% (( ) ( )(l+ =y m(cos(a)e™ A1+ | G Pj,(cos(ay))e o
! i )
+m| 22 I! imf, j+1 j impB (]+l)
+(=1Y ( ) e T Pin(cos(ar))e™ (1) R G+m)! Pjy(cos(a;))e™"! ) (50)
For reasons of simplicity we drop the term
Lo i G+D)!
(- 1)”’”( ) Urm)! TPy (cos(an))e™"P2(= 1)’”<R) G+m)! Pj,(cos(a; ))e”"ﬁlj!T (51)

in both triple sums in Eq. (50) but later on we have to take it
into account as well. We neglect all the remaining terms with
[>p+1in Eq. (49). Now we perform the summation step by
step starting with /=0 which gives our first error contribution
of zeroth order with respect to [

AE,_(= (52)

E (+1)’< ) Pjp(cos(ay)) | -

Jj=p+1

The conventional approach is to take the absolute value of
the product (1)/P;y(cos(ay)) and set |Pjy(cos(a,))| to 1. It
certainly provides an upper limit for AEl_O but the summa-

tion of positive and negative terms to achieve a smaller up-
per error limit is unconsidered and the level of poles p is
overestimated with respect to a user-requested energy thresh-
old. Following the conventional approach we can easily
compute the infinite sum in Eq. (52) yielding

! (ﬂ)pﬂ. (53)

AE,_ =
0T R—a,\R

To assign Eq. (53) a practical meaning we have to assume
the worst case scenario which means the particle is located in
one of the box corners and the two boxes are separated by
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the smallest possible distance. Such a situation is certainly
not the case for the majority of the particles. Therefore the
level of poles p is overestimated even more. A better and by
far a more practical approach is to apply the absolute value
as late as possible and to incorporate error terms of higher
order. Our scheme proceeds as follows. We apply a space
domain decomposition in one of the interacting boxes. We
divide this box into 8 grid boxes obtaining 32* grid points at
the centers of the grid boxes. We include additional grid
points on each coordinate axis yielding a total of 33* grid
points. Now we compute the sum in Eq. (52) for each grid
point and for (—1)/ and (+1)’ separately, take the maximum
and store the values Fy,(a,, @) as constants in a library

Foplay, @)= max
s=—1, 1

E SJ( ) jo(COS(az))‘~ (54)

Jj=p+1
After computing the error contribution of zeroth order we
proceed with the first order error contribution. The error term

of the first order AE,_, depends on the coordinates of both
particles and is given by

Ci| 41
AE1=1 = E(E)

( ) (+ DPjp(cos(az))
= Pyy(cos(ay))cos(B; - Bo)

Pyolcos(ay)) > (1)

Jj=p+1

X E (+1)’< ) Pji(cos(ay)) |,

Jj=p+1

1
-, =0

e=12" " (55)
1, p>0.

In our scheme we include all possible values of a;. A box
with coordinate ranges [-1,...,1, -1,...,1, —1,...,1]
allows all values from O to V3. The angles a; and B, are
treated differently. We include only the following 8 combi-
nations of the angles ;(0=a; =) and B,(0=8,<2m)

= I =
V3 V2o, V2
(1) COS(CH, D=+, 005(31, D=+, Sln(ﬁl, D=+,
3 2 2
= = —
V3 V2 o V2
(2) COS(al, )=+, COS(,Bl, )=-", Sln(,Bl, D=+—,
3 2 2
— ’/_ /_
V3 V2 V2
(3) 005(011, 3=+, COS(,31, 3=—"—, Sln(,31, 3) ==,
3 2 2
rfg J’_ 15
\! \J
(4) cos(ay, 4)=+?, cos(By, 4) = + , sin(B, 4)=—?

J. Chem. Phys. 132, 119901 (2010)

r/— JE 15
\ Voo v
(5) cos(ay, 5) =~ 3 cos(By, 5) =+ PR sin(By, 5) =+ PR
R 5 Iy
r3 \JZ \‘12
(6) 005(011, 0=—" COS(ﬁl, 6)=———, sin(B , o) =+,
3 2 2
!,— / /—
V3 V2 V2
(7) cos(ay, 7)=- ?’ cos(By, 7) =~ ?, sin(By, 7) =— 7,
~ ~ —~
V3 V2 V2
(8) cos(ay, g) =~- _, cos(By, g) =+ R sin(B, ) =— >
(56)

These eight combinations and a,(0=a;=13) represent po-
sitions on the connecting lines from the box center to the
eight corners of the box.

Now we compute the expression

Pyo(cos(ay)) E (1Y ( ) (J + DPjo(cos(ay))

Jj=p+1

= Pyy(cos(ay))cos(B; — o) 2 (* 1)j< ) jl(COS(az))

Jj=p+l1

(57)

for each grid point (a,, @,, 3,). The term (*+1)/ and the
eight combinations of the angles a; and ; require 16 com-
putations for each grid point. We compute the maximum of
the 16 combinations and store the value as a function of the
grid point (a,, a,, B,) in a library. Similar to Eq. (54) we
define the elements Fy,(a;, a,, B,) as follows:

8

Fiy(ay, a,, B,)=max max
n=1 s=-1, 1

Pip(cos(a;, )

X 2 s’( R) (j+ 1)Pjy(cos(ay))

Jj=p+1

— Pyi(cos(ay, ,))cos(By. ,— Br)

X > sj<%>ij] (cos(a))

Jj=p+1

(58)

The error term of the second order is given by



119901-10  Holger Dachsel J. Chem. Phys. 132, 119901 (2010)

AEi= R(;) —P20<cos(a1>>2 +1>( )o+1>o+z>P,o<cos(a2>)— o eostapeos(p - ) S (217

J=p+1 j=p+1
0, p<l1
Y 1
( ) U +2)Pj1(005(az)) + Pzz(COS(a1))COS(2(B1 B2) 2 (R) sz(COS(az)) > €= 57 p=1
J=p+1
1, p>1.
(59)
Similar to Eqs. (54) and (58) we define the elements F,,(ay, a,, [B,) as follows:
8 1
sz(az’ @, )= malx m?x PZO(COS(al ) E Sj( R) G+ 1)(I+2)P,0(COS(C¥2)) - —P21(cos(a, n))COS(Bl n—B2)
n=l s=— j=p+1
J
X 2 sf( ) (+2)P; (cos(ay) + - Pzz(COS(a1 Deos2(By, = Ba) 2 ( R) Pp(cos(ar)) | . (60)
Jj=p+1 Jj=p+1

The error term of general order g is given by

i+q)! ! 1
sr, =2 —qu<cos(a1>>]§+ & 22 C2 0 o 23 (1) Pypcos(a)eos(n(B, )
0, p<qg-1
1
X El(ﬂ)’( >8+Q)), Pjy(cos(ay)) |, ¢,= 2 p=q-1 q>1. (61)
Jj=p+
I, p>q-1,

Similar to Eqgs. (54), (58), and (60) we define the elements F,,(a, a,, B,) as follows:

oo

iP olcos(ar, ) X s ( >(J+.Q) JO(COS(az))+22( n”
q! R J!

Jj=p+1

8

F,y(a;, a;, B,)=max max
n=1 s=-1, 1

, ¢>0. (62)

(Gm)! P,(cos(a; ,))cos(m(By ,— Ba)) '21 Sj(%) ((]] * Q))' Pj,(cos(ay))
’ =+

We take all the elements F,, with p=0 and 0=g=p+1 into account. To ensure symmetry we must use the Cartesian
representation of F,, with respect to the Cartesian axes X, Y, and Z. Assuming that each Cartesian coordinate ranges from —1

tol[-1,....1, =1,...,1, —1,...,1] we introduce the elements H, as follows:
[

H, (X2, ¥2, 2p) =max(F,,(s,Xp, $,y2, 5,22), y2__£ 29 ’ _L’ ’ L, , 29 31
Fy (et 5.0 5,39) 327 T3 327 3 32" 32
Fop(syyo, 5:X, 5:22), 31 29 1 1 29 31
Foplsza, s 8y72), se= 21, 5= £1, s.= £ 1.

F,(s.20, Y2 ,8 s . . .
(820 8372 8:%2)) Due to symmetry we have to store only 969 grid points in-

stead of 333 for each element H,,. Equations (42) and (63)
define a replacement system which has an energy error
greater than or equal to the energy error of the original sys-
tem. After we have derived the error terms of the second box
31 29 1 1 29 31 we still have to include the neglected components of the first
X=——, —— .., ——, 0, —, ..., —, — box. Because we did not apply a space domain decomposi-
32 32 tion in both boxes the only untreated coordinate is a;, the

(63) distance of a particle in box A to the box center. Now we

p=0, 0=¢g=p+1,
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include all particles of the first box, thus we change the no-
tation of a; to a;. We simply have to calculate the terms f,
given by

Nbox A

frre 3 |q,|(%’> . (64)

I=1

In Eq. (64) ¢, is a particle charge. We compute the sum in
Eq. (64) for n=0, 4, 9, 18, 36, 45 for each box on each
level of the FMM tree using a look-up table to minimize the
computational effort. For two separated boxes we treat all
possible ws+1 displacements (s=1,...,ws+1) of the two
box centers in 1D [Eq. (42)] separately. Now we can modify
Eq. (64) slightly

-
R, \" a; \" V3
ox A 1 !
— —],0=qg,=—,
fﬁs <Rs> Z} |QI|<R1> a oL
ws+s
= s=1,...,ws+1, (65)

)=
o=s=|—|=—.
R, 2(ws+ 1)

The elements f>°*  allow to compute the global error terms

ns
QnsL

0,s1(G) =2 max QP BAX A g1, ws+1,

ns

B(L)A(J,B)
(66)
n=0, 4, 9, 18, 36, 45
with
0 P= 2 lay,). (67)

Jp(G)

The term g, represents a charge in the corresponding grid
box. The interaction list A(s, B) in Eq. (66) covers all boxes
which have a far field interaction with box B separated by R;
in 1D. The neglected term [Eq. (51)] is taken into account by
the summation over B in Eq. (66) when we combine the Q,,;;
with the grid contribution of box B. Because we take the
maximum and do not sum up in Eq. (66) we have to multiply
by a factor of 2 to maintain the symmetry with respect to the
error contribution, since the symmetry condition B=C,, with

A, = i?a;fﬁ?x A (68)
and
Cp= CI(Ilix)fB(S’X ¢ (69)

is usually not satisfied.

Because we compute the terms @, only for
n=0, 4, 9, 18, 36, 45 we use an interpolation scheme to
obtain the missing values. In case the box contains two or
more particles or the particle is not located in the box center
the following relations:

J. Chem. Phys. 132, 119901 (2010)

Qo, s2. > Q4. 51> Qo 5. > Qg 51> Os6, 5. > Qus, 5. >0
(70)

are satisfied. This scheme has to ensure the correct
asymptotic behavior for infinite n. The complete set of the
elements Q,,; is given by

rQo,4;5L, 0=n<4
Os4 9,50, 4=n<9
Q=9 Qo 185> 9=n<18 (71)
013, 36. s1» 18=n<36
@36, 45, 51> 36 =n <.

The interpolation scheme can be described as follows. We
start with the term Q34 4s. o, using the terms Q3 ,, and
Qss, 51, and an exponential interpolation ansatz. Qsg, 45, g 1S
now given by

Q§6 sL ’ Q45 sL !
O3, 45, 1= : . (72)
Qis, SL Os6, s

All the remaining terms in Eq. (71) can now easily be deter-
mined. Again, we use an exponential interpolation ansatz to
determine the term Qg 36. 41

2
ng 36: sL= eAIS, 36, sLV +B1g, 36, s1+C1s, 36, sL, (73)

The coefficients Al& 36; sL» Bl& 36; sL» and Clg’ 36; sL can be
obtained from the following system of equations:

013, 36, s.(18) =015 51
013, 36, 5.(36) = Q36 51 (74)

dQs, 36 51(36) _ dQs6 45, 51(36)
dn dn ’

The first derivative of Qg 36, 5, must be less than 0 and the
curvature

2
d le, 36; sL
an®
(75)
3
2

dQl& 36; sL

14| ———

dn

greater than O for 18=n=236. In case the coefficients
AIS, 36; sL» Bl& 36; sL» and Cl& 36; sL do not Satisfy the two
conditions

dQ\g, 36 s d* Qs 36. 5L
s . S < 0’ N 2 S

y i >0, 18=n=36 (76)
n n

which are identical to
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2A13 36, sin + Big, 36, 5. <0, Als, 36, s52=0

(77)
(ZAI& 36; sLn + Bl& 36; XL)Z + 2A18, 36; sL > O, ]8 =n= 36 Q]S, 36; AL(IS) = QIS, sL (79)
and in case Ag 36, <0 013, 36 5.(36) = Q36 s1-

Bis 36 s0<2|A1g 36 szln,

The terms Qg 13, 1, Q4. 9. 51, and Qg 4. 5, are determined
similarly in the given order. The elements Q,,; [Eq. (71)] are
strictly monotonic decreasing with respect to n. It should be
noted, that our interpolation scheme provides a sufficient ac-
Agg, 36 5. <0, 18=n=36 curacy to our FMM error estimation scheme.

Finally we obtain a relation between the level of poles
we ignore the demand for differentiability. The coefficients p and a user-requested absolute energy threshold
are now given by the following system of equations: AE, (AE.4>0)

—_—
12415, 36, stn+ Bis, 36 st/ >V2|A s, 36; sl (78)

ws+1 1 1
AE. = 2 2 max—( wsE

p+l
) max(Q()sL(G)HOp(G) +cQ1,.(G)H,,(G),

L G s=1 Ry\ws+s
1 ! 0
-, p=
QOSL(G)HOI;(G)7 9stL(G)pr(G)7 5Qp+l, sL(G)Hp-i-l, p(G)>’ c=)2 (80)
I, p>0
with
ws+s
o= F (81)

Because of the factor 1/2 in front of the second triple sum in Eq. (50) we have to multiply the product Q,,,; (G)H ., ,(G)
by 1/2. All terms Hy, .1, , contain the common factor R~"*1) which is leading to the term ((ws+1)/(ws+s))”*! in Eq. (80).
Now we are able to obtain the final relation to determine p

ws+1 2L—l (WS+1

AE. (= > > max

L G s=1 ws+1

p+2
) max(QO.YL(G)HOp(G) + CQI‘VL(G)HIP(G)s
ws+s

1
1 —, p=0
QOSL(G)HOp(G)’ cee 9stL(G)pr(G)a 5Qp+l, SL(G)Hp+1, p(G)>, c= 2 o (82)
1, p>0.

In case far field contributions of the energy have to be taken into account [Eq. (38)] we obtain the minimal level of poles when
we start at p=0 and increment p until the right hand side of Eq. (82) is less than or equal to AE,.

In addition we can also compute an approximation of the error AE for p=0 by a power series expansion of the particle
positions with respect to the box centers. Assuming Rg=(xx,yx.2x)T and Ry;=(xs;,v4,241)7 are the coordinates of the centers
of box K and box M, respectively, we can write

Ng Ny

22223 il : (83)

L KD MK =t mot N = X,) + (= v + (25— 2,)°

E =

N | =

The upper bounds Ng and N,, indicate the number of particles in the boxes. The energy error can be written as follows

1 Mo N oE N OE
AEp=0= EE 2 E ( E g(Rlv R))(x;—x) | + 2 a_(RIv R)yi=y)| + 2 &_(Rl, R))(z;—z)
L KL JD \ | i=1 9% i=1 )i i=1 0%
Ny Ny Ny
JF ) oE
+ 2 E(Rl’ RJ)(xj_xJ) + E J(Rl, RJ)()’]‘)’J) + E ;(Rl, RJ)(Zj ),
=1 9% =197 Jj=1 9%
Ny Ny P Ny Ny
E(R;, R) FER,, R))
+ E E S (i = xp)(x;—xp) | + E E #(xi_xﬂ()’j_)ﬁ)
=1 j=1 0% dx; =1 j=1 0% 9y;
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NNy N, Ny
E(R, R)) azE(R,R)
+ E 2 L/ — i_x1)(Zj_ZJ) E E L= _yl)(xj_xj)
i=1 j=1 ax (9 i=1 j=1 ayl (9
Ny Ny P Ny Ny
ER;, R)) ﬂE(R,R)
+ EE S — i~ y)-y) 22 S Vi=y)(z;—2))
i=1 j=1 ayl i=1 j=1 ayl
Ny Ny P Ny Ny
ER;, R)) azE(R,R)
+ E 2 — —— (z i_Zl)(xj_xJ) E 2 E (- Zl)(yj 7))
i=1 j=1 (?Zlﬁ i=1 j=1 azlay
Ny Ny P
ER;, R))
+ 2 2 S ——(z i—Zl)(Zj—ZJ) ) (84)
i=1 j=1 0Zl az_]
[
If we neglect the absolute value of each term in Eq. (84) and N
compute the right hand side of Eq. (84) we obtain the far w_|=- 22 g = xg) + iy — yi))- (89)
field energy for p=1, E,_; minus the far field energy for k=1
p=0, E _
| (I |
E,_ 52 E E E 2 E 2 (-1y lee5 terms Bj,; ry, represent the elements of the operator
L IL) J(I) 1=0 m==1 j=0 k==j B."” In Eq. (84) we sum over all levels and all box-box
X @(R)By1, rom jk(RJ) 1nteFact10ns. anc} negl.ect all contributions of higher order. The
partial derivatives in Eq. (84) depend only on particle
_ 52 2 2 wo(R) = wgo(R)) charges al?d the @fferences X;—X;, yi—y; and z;—z;.
L i) IR, - R/ The Cartesian coordinates x;, y;, and z; as well as x;, y;, and
(85) z; are the coordinates of the box centers. We have to compute
the terms
with
Nk
Nk 2
qk| > X ) s Yy )
W00 = E I (86) =1 K K
! (90)
Ng
Ng
Wi = > azi = 2x), (87) g 9= 2
k=1
s ) for all boxes on all levels of the FMM tree in order to com-
W11= Eg @it = xx) =i = yx)), (88) pute AE,_o [Eq. (84)]. Usually AE,_, is not very different
B from the right hand side of Eq. (82) for p=0. Now we can
and use the relation
ws+1 L-1 2
2 ws + 1 1
AE = max(E > max ( ) (QosL(G)Hoo(G) + _leL(G)HIO(G))v AEp:O) o1
L g s=l ws+1\ws+s 2

in addition to Eq. (82) to improve the FMM error estimation scheme for p=0. We can combine Egs. (82) and (91) using the
Kronecker delta &,

ws+1 2L—l (WS+1

AE. = max(E > max

p+2
U ws+ 1 ) maX<Q0sL(G)HOp(G) + CleL(G)Hlp(G)v
L G 5=

ws+s

1
1 -, =0
Qus.(G)Hp(G), ..., 0, (G)H,,,(G), 5Qp+l, sL(G)Hpy 1, p(G)> S AE, ), c=12" P (92)
1, p>0.
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FIG. 6. 2D representation of a particle system as a result of a laser-induced Coulomb explosion. The two axes range (a) from 0 to 1, all 114 537 particles in
100% of the volume, (b) from 0.4375 to 0.5625, 78 946 particles (68.9% of all particles) in 1/512 of the volume, (c) from 0.492 187 5 to 0.507 812 5, 41 634
particles (36.4% of all particles) in 1/262 144 of the volume, and (d) from 0.499 023 437 5 to 0.500 976 562 5, 21 892 particles (19.1% of all particles) in

1/134 217 728 of the volume of the simulation box are shown.

lll. RESULTS

We have verified the correctness of our FMM error esti-
mation scheme by many test calculations. Homogeneous as
well as inhomogeneous distributions have been tested. Table
III shows the results for a particle system consisting of
100 000 particles each with charge 1 distributed along the Z
axis which represents a system of inhomogeneously distrib-
uted particles in 3D. Table IV shows the results for a clus-
tered particle system which is a result of a laser-induced
Coulomb explos.ionlz_16 (Fig. 6). This figure shows the same
particle distribution with different zoom levels to visualize
the strong clustering. We have performed all reference cal-
culations in quadruple precision (128 bits for the representa-

tion of a floating point number) to exclude any numerical
errors. In the ANSI/IEEE standard the relative error of the
binary representation of floating point numbers in double
precision is 27°2~2.220 X 10~'°. However, the absolute en-
ergy error of 0.0171 X 1077 in Table IV is equivalent to a
relative energy error of 8.615 X 1077 which is less than 272,
In addition we had to ensure an exact computation of the
near field contributions which is possible only in quadruple
precision for relative errors in the range of 2752, The FMM
errors do not exceed the user-requested energy thresholds.
The results shown in Tables III and IV prove the correctness
of our approach. Table V shows the comparison of our FMM
error estimation scheme with two other approaches for the
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TABLE III. Comparison of user-requested absolute energy errors
with  the  absolute energy errors of FMM  calculations

for a system consisting of 100 000 particles each with charge 1 distributed
along the z axis (x;=0, y;=0, z;=i, i=1,...,100 000).
Eexae=1 109 014.612 986 342 794 736.

Requested error Level of poles FMM energy error
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TABLE V. Levels of poles for three different error estimators depending on
user-requested absolute energy errors for a system consisting of 100 000
particles each with charge 1 distributed along the Z axis (x;=0, y;=0,
z;=i, i=1,...,100 000). The second column shows the levels of poles as a
result of our FMM error estimation scheme. The next two columns show the
levels of poles due to the truncation of the expansions and the use of opera-
tor B, respectively, (Ref. 4). The FMM separation criterion ws is equal to 1.

10%6 0 0.0384 X 10%6
10+ 2 0.1237 X 10*5
10+ 5 0.0785 X 10**
10+3 8 0.0039 X 10*3
10*2 12 0.0385 X 10*2
10*! 17 0.0311 X 10*!
10*0 22 0.0390 X 10*°
107! 27 0.0494 X 107!
1072 32 0.0767 X 1072
1073 38 0.0435%x 1073
1074 44 0.0180% 10~
1075 50 0.0444 X 1075

FMM separation criterion ws=1. The last two columns of
Table V show the solutions of the following two equations
proposed by White and Head-Gordon”

AEtmncatlon> 2 2 2

L K(L) M(K)

S M|qf|)( )
(3-\3)27* 3 o

and

operator B
AES, =

DY

277 k@) M)

( Nbox K|¢I1|)( me M|¢IJ|)< >p+l
(4-2v3)2L ) - O

Equation (93) may overestimate and underestimate the level

TABLE IV. Comparison of user-requested absolute energy errors
with the absolute energy errors of FMM calculations for a system
consisting of 114 537 inhomogeneously distributed positive charges.
Eovae=19 812 647.020 360 131 248 825.

Requested error Level of poles FMM energy error

10%7 0 0.1163 X 10*7
10*0 1 0.0512 X 10%°
10 3 0.0681 X 10*3
10%4 5 0.0185 %X 10**
10%3 7 0.0020 X 10+3
10*2 8 0.0251 X 10*2
10*! 10 0.0213 X 10*!
10%0 14 0.0169 X 10*°
107! 18 0.0089 X 107!
1072 22 0.0145 X 1072
1073 27 0.0130%x 1073
107 32 0.0064 X 107*
1073 37 0.0195% 1075
1076 42 0.0098 X 10~®
1077 48 0.0171 X 1077

Requested FMM error Truncation of
error estimation scheme expansions Operator B
10*6 0 11
10% 2 5 26
10+ 5 9 41
103 8 13 57
10*? 12 18 72
10*! 17 22 88
10*° 22 26 103
107! 27 30 119
1072 32 34 135
1073 38 38 151
107* 44 42 165
107 50 46 181

of poles depending on the user-requested energy threshold.
Table V and Fig. 7 show a crossover point at a user-
requested absolute energy threshold of 1073 with respect to
the level of poles. For higher levels of poles the error due to
the use of operator B is dominant. Equation (94) always
highly overestimates the level of poles. Therefore this error
estimation is without any practical relevance. Table VI shows
the ratio of the computational effort in the multipole-to-local
translations resulting from our FMM error estimation scheme
and the error estimator which includes the error from the
truncation of the expansions but ignores the error as a con-
sequence of the use of operator B. To compare our FMM
error estimation approach against Chebyshev based schemes

70 - ———— E

/- |+-»Operator B

60 2 I o Truncation of expansions |3

/ == FMM error estimation |3

, 50t 5 ;
2 3 / -3
(=) E ’ -7 3
&40 ¢ A .///j g
[ E / - E
] E / B ;:.’ E
B 30¢F ! AP =
2 F 4 "V/ 3
— 20 e o7 3
E T E
e

10% - . E
e

0
10° 10° 10* 10° 10° 10" 10° 107 10? 10° 10™ 10
User-requested absolute energy error

FIG. 7. Levels of poles for three different error estimators depending on
user-requested absolute energy errors for a system consisting of 100 000
particles each with charge 1 distributed along the Z axis (x;=0, y;=0,
z;=i, i=1,...,100 000). The solid line shows the level of poles as a result
of our FMM error estimation scheme. The dashed and dot-dashed lines show
the level of poles due to the truncation of the expansions and the use of
operator B, respectively (Ref. 4). The FMM separation criterion ws is equal
to 1. The solid and dashed line show a crossover point at a user-requested
absolute energy error of 1073,
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TABLE VI. Levels of poles for two different error estimators depending on
user-requested relative energy errors and the resulting ratios of the number
of floating point operations in the multipole-to-local translations of the ro-
tation based FMM for 87 homogeneously distributed particles each with
charge 1. The Cartesian coordinates are given by x;=277i-278,
y;=277j-278, 7,=0"k-278, i, j, k=1,...,27.

Requested FMM error Truncation of
error estimation scheme expansions Ratio
1070 0 6 863.0
10792 1 11 156.9
10793 3 15 50.8
107 5 19 314
1079 7 23 23.8
107% 9 27 19.8
1077 12 32 15.1
10798 15 36 11.6
107 19 40 8.2
10710 22 44 72
1071 27 48 52
10712 31 52 4.4
10713 36 57 3.8
10714 41 61 32
10715 47 65 2.6

we will use Eq. (93) to formulate a Chebyshev based FMM.
We substitute the infinite sum

o !/_ l
V3
> Pz(COSW))(;) (95)
1=0
by a continuous Chebyshev expansion
e} /5 i [}
\
EPﬂmhM«; = 2 ¢, T, (cos(7)) (96)
1=0 n=0
with

© /— m
e ;E@) f Po(cos(O) T, (cos(0)dx.

- (1 + o) T o

(97)

The terms 7, are the Chebyshev polynomials of the first kind
with the property

TABLE VII. The first coefficients of the continuous Chebyshev expansion.

n c,
0 1.103 845 772 797 212 254 324 837 694 207 631 41 X 10*°
1 6.695 374 010 430 205 408 788 168 498 427 249 92 X 107!
2 2.949 230 814 010 860 474 878 727 980 796 395 52 X 107!
3 1.431 541 047 730 706 872 850 138 697 133 513 40X 107!
4 7.271 229 360 379 197 232 089 297 595 186 401 43 X 102
5 3.792 178 441 399 177 265 686 781 031 292 715 29 X 1072
6 2.012 322 319 533 058 507 666 497 404 019 992 53 X 102
7 1.081 011 470 983 601 176 693 107 630 403 385 75X 1072
8 5.860 437 744 773 163 461 910 887 476 344 235 66 X 1073
9 3.199 641 127 137 935 053 370 857 369 821 271 15X 1073

10 1.756 796 962 916 457 779 346 996 992 861 958 00 X 103
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TABLE VIII. Levels of poles for two different error estimators depending
on user-requested relative energy errors and the resulting ratios of the num-
ber of floating point operations in the multipole-to-local translations of the
rotation based FMM for 87 homogeneously distributed particles each with
charge 1. The standard error estimation is improved by Chebyshev econo-
mization. The Cartesian coordinates are given by x,=277i-278,
yj=27j-278, =2"k-278, i, j, k=1,...,2".

Requested FMM error Chebyshev
error estimation scheme economization Ratio
1070 0 5 559.5
10702 1 9 93.1
10703 3 13 34.5
107 5 17 23.1
1079 7 21 18.4
107% 9 25 15.9
10797 12 29 114
10708 15 33 9.1
1079 19 37 6.6
10710 22 41 5.9
10-1 27 45 4.3
10712 31 49 3.7
10713 36 54 32
10714 41 58 2.7
101 47 62 2.2
m T
j Tm(COS(X))Tn(COS(X))dX= (1 + 50m)55mn' (98)
0

The first coefficients of the continuous Chebyshev expansion
are shown in Table VII. Equation (93) can now be improved

box K ox M
AEChebyshevzlz 2 2 (EZI |QI|)(29/:1 |61J|)
. 277 k) M) 3x 2t
X 2 e (99)
n=p+1

Table VIII shows the result of the Chebyshev economization.
The improvement in comparison to Eq. (93) is marginal. De-
pending on the user-requested relative energy error the levels
of poles are certainly smaller but not much. Even in case
Chebyshev economization is used our FMM error estimation
scheme is still much more efficient (Table VIII). The levels
of poles determined by the first and second stage of our
FMM error estimation scheme should be approximately the
same for systems consisting of homogeneously distributed
particles with uniform charge. Table IX shows that for a
range of user-requested relative energy errors the levels of
poles satisfy this condition. The overall behavior of our
FMM error estimation scheme is also O(N) with respect to
the number of particles N (Table X) because the prefactor of
the O(N log N) scaling part, the computation of the terms
fzox A Eq. (64)] on each level of the FMM tree is very small
and seems to be negligible. The Tables XI and XII show that
operator C does not have any impact on the FMM results.
Table XI shows the errors of two FMM calculations, one
with use of the operator C and the second one without for
single [floating point numbers (FPN) in 32 bits representa-
tion], double (FPN in 64 bits representation), and quadruple
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TABLE IX. Comparison of the levels of poles determined by the first and
second stage of the FMM error estimation scheme for 87 homogeneously
distributed particles each with charge 1. The requested errors are user-
requested relative energy errors. The Cartesian coordinates are given by
x=27i-278, y,=277j-28, 7=07Tk-278, i, j, k=1,...,2.

Requested Level of poles Level of poles
error (first stage) (second stage)
107! 0 0
10792 2 1
10703 3 3
107 5 5
1079 7 7
107% 10 9
10797 12 12
10708 15 15
107 19 19
10710 23 22
101t 27 27
10712 32 31
10713 37 36
1074 42 41
10713 48 47

precision (FPN in 128 bits representation). We have com-
pared four results, the energy computed by the product of
multipole moments and Taylor coefficients

P 1

E,= ‘E 222 o bt

L I(L) I=0 m=-1

(100)
1
E?=— 2 Ezwc box 1 CboxI7
I(Depth+1) =0 m=—I
the energy computed from the potential

BRSSP

) - qi%i,
(101)

EC=—E D,

l 1

and finally the components of the potential and gradient.
Now we can define the following relative errors

TABLE X. Scaling of the two stages of the FMM error estimation scheme
with respect to the number of particles N for homogeneously distributed
particles each with charge 1. The numbers in columns 2—4 show the increase
in the number of floating point operations with respect to the eight times
smaller particle system. The scaling is O(N).

Number of particles First stage Second stage First and second stage
8¢ 9.501 9.574 9.565
87 9.058 8.942 8.956
88 8.814 8.642 8.663
8° 8.678 8.509 8.530
810 8.596 8.435 8.456
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|E; - EY (102)
min |ES))’
E,-ES
A= |2—2C (103)
min(|E,|, |E3])
A, =${@‘—%) (104)
i=1 |DF))
and
A4=mﬁx(LV"C|C). (105)
=1 Vi)

We have done the calculations on the particle system shown
in Table IV and in Fig. 6 for a user-requested absolute energy
error of AE,.,=10 (N=114537, p=10, Depth=7). The en-
ergies and all components of the potential and gradient are
nonzero. Table XII shows that A, A,, A;, and A, completely
utilize the precision increase of the binary floating point rep-
resentation by changing from double to quadruple precision.

IV. SUMMARY

We have presented a two-stage error estimation scheme.
It incorporates the error contribution of each particle to the
FMM error and can be applied to homogeneous as well as
inhomogeneous particle systems. The FMM error is corre-
lated with a user-requested threshold. In our current FMM
implementation this threshold is either the absolute or rela-
tive energy error. In the first stage of our error estimation
scheme homogeneous distributions in all boxes on all tree
levels are assumed. In case a relative energy error is speci-
fied we have to compute an approximation of the energy to
obtain the absolute energy error used in the error estimation
scheme. The far field energy is approximated by the mono-
pole energy. Additionally we have developed an approach to
estimate the energy contribution of the interaction of charges
in a single box as accurate as possible. After the first stage is
conducted the far field energy is approximated by the mono-
pole approximation and by a Cartesian energy expansion of
first and second order with respect to the particle positions
relative to the box centers to incorporate monopole and di-
pole contributions. In addition we have taken into account
contributions of higher order to compute the far field energy
for particle systems with high symmetry as accurate as pos-
sible. The near field energy is always computed before the
second stage is carried out. In case a relative energy error is
specified the computation of the corresponding absolute error
is more accurate compared to the first stage.

The constants used in the error estimation scheme have
to be computed separately for each value of the FMM sepa-
ration criterion ws. We have implemented a procedure to
minimize the computation time with respect to the separation
in the near and far field part. Using this procedure we have
always obtained the best runtime behavior for the separation
criterion ws=1. The increase in the total runtime as a conse-
quence of our error estimation scheme is negligible because
most of the necessary data is precomputed and stored as
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TABLE XI. Comparison of relative errors of two FMM calculations, one with use of the operator C
(local-to-local translation) and the second one without for single, double, and quadruple precision. The thresh-

J. Chem. Phys. 132, 119901 (2010)

old e depends on the length of the mantissa in the binary floating point representation.

€ A, A, A, A,
275~1.192%X 1077 2.019% 10797 1.192x 1077 8.241x 10777 1.289 X 10703
2722220 1071° 7.521 X 10716 2.220% 10716 1.717 X 10713 5.773 X 1078
2712~1.926 X 1073+ 3.262X 1073 1.926 X 10734 1.005% 10733 1.558 X 10726

constants in a library. Our scheme can easily be modified to
treat a user-requested threshold with respect to an absolute
error bound for the components of the potential or the gra-
dient. Therewith it gives the possibility to specify up to three
different thresholds, one for the energy, a second one for the
components of the potential, and another one for the compo-
nents of the gradient. In case the FMM is extended to other
potentials or periodic boundary conditions (subject of a next
paper) our error estimation scheme can easily be adapted.

Finally it should be noted, that the equations we have
presented are mathematical representations of the method
and potentially not the most computationally efficient.

APPENDIX A: FMM NOTATION

Our mathematical representation of the FMM is based
on the notation used by White and Head- Gordon.*” We con-
sider two separated boxes (Fig. 1). The multipole moments
of the boxes are defined as follows:

Nbox 1
wp = 2 q,a, )le(cos(a,» e b (A1)
and
Nbon
boxz 2 q,a J(] k)' jk(COS(aJ))e_ikB’- (A2)

The upper bounds N** ! and N°* 2 represent the numbers of
particles in the boxes. ¢; and ¢, are the charges of particle /
in box 1 and particle J in box 2, respectively. a;, ;, and Sy as
well as a;, a;, and B; define the particle positions with re-
spect to the box centers. The energy is given by

= =
E=% 212“2(— DV wp ' By, jam(Ro = R))w; oo 2
R
% IEOkE( D! wpe* % Bjyy, jam(Ro = R))w; oo !
=0 m=—1 j=0 k==j
(A3)
with

Bjyp, kem= J+,+1(]+l k= m)!Py;. om(cos(6))e e,

-2
R=\(x,—x)2+ (= y)? + (23— 21)% cos(6) = %,
(A4)
X2=X 2
, cos“(0) <1
cos(p) = Vo = x1)> + (32— y))?
1, cos*() =1,
) / }’22— 2 =, cos’()) <1
sin() =1 Vlx; —xp)" + (y2 = 1)
0, cos?(0) = 1.
The elements of operator B satisfy the condition
Bjui ksm(Ri =Ry = (= VB (R =R)).  (AS)

In comparison to the notation used by White and
Head-Gordon™ we write the operator B as a double sub-
scripted array. The spherical coordinates R, 6, and ¢ depend
on the relative position of the two box centers represented by
R,=(x;,y;,z;)" and Ry=(x,,y,,2,)7 to each other. Now we
can define Taylor coefficients for the two boxes

ot = EE(—UB,H rem(Ry = Rl 2 (A6)
J=0 k=—j

and

TABLE XII. The utilization of precision increase of the binary floating point representation. The relative errors
of energies, potential, and gradient decrease in the same manner as the length of the mantissa increases from 52
(double precision &,) to 112 (quadruple precision &,).

(5‘1) A, (Eq) AZ(Eq) A3(eq) A4(Eq)

€4 A(ey) Ay(ey) As(ey) Ay(ey)

270~8674%107" 4.337x107" 8.674x 107" 5.849x 107" 2.698 X 107"
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phe 2 EE( D'Bjst tom(Ra =R ' (A7)
J=0 k=-j

The multipole moments and the Taylor coefficients can be
combined to compute the energy

E= EE‘UbOXl Ilaoxl Ezwb0x2 box 2
Mim

1=0 m=-1 1=0 m=-1
b 1 b 1 box 2 2
= EE 2 (i g+ @ /Mn(;x ) (A8)
1=0 m=-1

The multipole moments and the Taylor coefficients can be
translated in space by using the operators A and C,
respectively.*” The rotation based FMM"” reduces the O(p*)
scaling to O(p?). In our FMM implementation the elements
of operator B range from By to By, 5,
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