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ABSTRACT

We performed a comprehensive analysis of the extension of the discrete dipole
approximation (DDA) to a rectangular cuboid lattice of dipoles. The theoretical analysis
of two different approaches, based either on the point-dipole interaction or on the
integration of Green's tensor (IGT), was performed starting with the rigorous integral
equation for the electric field. We showed that the expressions for polarizability and
interaction terms must strictly conform to each other, which resolves the existing
controversy in the literature. Moreover, there are large differences between the spectra
of the interaction matrix in the static limit for those DDA formulations. In particular, the
point-dipole formulation leads to unphysical edges of the spectrum that deteriorate the
convergence of the iterative solver with increasing refractive index. This severely limits
the applicability of point-dipole DDA formulations with rectangular dipoles in contrast to
the case of cubic dipoles. We implemented both above formulations in the open-source
code ADDA and illustrated their performance on a number of test cases. In particular, we
considered a graphene sheet, with thickness much smaller than the wavelength. The use
of rectangular dipoles (with IGT) resulted in up to 100-times decrease of both simulation
time and memory requirements, keeping the satisfactory accuracy. Similar improvements
are expected for any strongly oblate or prolate particles in which the smallest dimension is
much smaller than the wavelength.

© 2015 Elsevier Ltd. All rights reserved.

1. Introduction

DDA can also be rigorously derived by discretization of the
volume integral equation for the electric field [2,6-8]. In

The discrete dipole approximation (DDA) is a widely
used method to simulate scattering and absorption of
electromagnetic waves by particles of arbitrary shape
and internal structure [1,2]. Initially the DDA was proposed
by Purcell and Pennypacker [3] on the basis of the physical
picture of the point dipoles set. This approach was further
advocated by Draine and coworkers [1,4,5]. However, the
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most cases the DDA is used with a cubic lattice of dipoles,
because it permits the use of the fast Fourier transform
(FFT) to greatly accelerate computations [9]. For such cubic
lattice both DDA variants are mathematically equivalent,
leading to the same equations. In principle, many DDA
formulations exist, modifying either the interaction
between dipoles or a formula to calculate dipole polariz-
ability from the scatterer's refractive index [2]. However,
they all aim at rather small corrections, usually of relative
order (kd)?, where k is the free-space wave number and d
is the dipole size (lattice spacing). In particular, all those
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formulation converge to the exact solution, when number
of dipoles goes to infinity for a fixed scattering problem
[10]. Due to the above equivalence the term “dipole” is
used interchangingly both for the point dipole in a lattice
(empirical DDA picture) and for volume discretization
element (derivation from the integral equation) in the
literature. We will further refer to this standard case as
“cubic dipoles”.

Certain DDA applications are concerned with very
prolate or oblate particles [11-16], where cubic dipoles
are definitely inefficient. Consider, for example, a graphene
nanoplate with sizes 9 pm x 9 pm x 20 nm [11]. Dipole
size has to be small to fit into the nanoplate thickness,
which implies redundantly large number of dipoles to
cover the width. The natural solution to this problem is use
of “rectangular dipoles”, more precisely, point dipoles or
volumetric elements in the form of rectangular parallele-
pipeds placed on a rectangular cuboid lattice, which can be
optimized for particular aspect ratios of the scatterer. This
approach is compatible with the FFT acceleration and has
been discussed in a number of papers [5,8,14,17,18].
Unfortunately, this discussion has mostly been theoretical
without even test simulations.

In particular, Gutkowicz-Krusin and Draine [5] consid-
ered an infinite rectangular lattice of point dipoles and
derived their polarizability (up to second order of kd) from
the requirement that it should give the correct result for a
plane wave in a homogeneous medium. We further denote
this approach as corrected lattice dispersion relation
(corrected LDR or CLDR), since in the specific case of cubic
dipoles it is a minor correction to the previously derived
LDR [4]. Only this specific case is implemented in the latest
release of the DDSCAT code [19] and has been used for
published simulations. We note, however, that traces of
support for general rectangular lattice can be found in the
code, in particular, in the input shape file. Similar
rectangular-lattice sums, but for magneto-electric dipoles,
were considered by Landy and Smith [18]. However, the
simulation results were also presented only for cubic
lattice. Massa et al. [20] proposed to use polarizability of
the small rectangular parallelepiped, computed under
assumption that electric field inside it is constant [21],
which is reasonable for a volume element inside a larger
scatterer. The same formulae were earlier derived by Tsang
et al. [17]. Again, the simulation results were presented
[20] only for a cubic lattice, when it is equivalent to the
independently derived “integration of Green's tensor”
(IGT) formulation of the dipole polarizability [22] (com-
puted up to the second order of kd). The problem is that for
non-cubic dipoles the IGT expression for polarizability is
markedly different from that based on abovementioned
lattice sums even in the limit kd — 0.

A different approach was proposed by Chaumet et al.
[8], who introduced the (full) IGT formulation of the DDA
both for the interaction between dipoles and for their
polarizability. Those formulae can be directly employed for
both cubic and general rectangular dipoles, but the simu-
lation results were presented only for the former. The IGT
polarizability formula was given as an integral [8], but it
should approximately equal the abovementioned closed-
form expression of (second-order) IGT. Therefore, in the

following we do not distinguish between those two. Tsang
et al. [17] also mentioned that using IGT interaction (at
least for nearby dipoles) can improve the accuracy, but
implied that point-dipole interaction can be used as well
(as in [20]). Recently, Agha et al. [14] used IGT-DDA (albeit
naming it a dyadic Green's technique) with certain numer-
ical optimizations to compute integrals. To the best of our
knowledge, that is the only paper that actually presented
simulation results using the rectangular (non-cubic)
dipoles. Use of the latter resulted in up to 3-fold faster
simulation for 20 x 20 x 100 nm® silver nanorod (with
comparable accuracy).

In the current paper we, first, theoretically analyze the
different approaches to use rectangular dipoles in the DDA,
including spectral properties of the interaction matrix, and
solve the controversy between the IGT and lattice-sums
polarizabilities. Second, we implement both possible for-
mulations in the open-source code ADDA [23] and test
their relative performance. In particular, we show that the
slow convergence of the iterative solver becomes a serious
issue for lattice-sums approach applied to large refractive
indices. Third, we apply the rectangular-dipole DDA to
several sample oblate or prolate particle and show that it
gives large acceleration (up to 100 times) compared to the
standard DDA.

Finally, we note that the considered rectangular dipoles
imply rectangular lattice of such dipoles and are, thus,
different from cubic lattices of anisotropic (including
rectangular) dipoles, which can be used to model either
homogeneous scatterers with anisotropic refractive index
[16,23,24] or inhomogeneous metamaterials [25]. Both
latter cases were successfully treated with the standard
DDA codes.

2. Rigorous derivation of the DDA

For completeness we recall the standard derivation of
the DDA from the integral equation for the electric field E
[2,22]. Assuming exp(—iwt) time dependence and non-
magnetic scatterer, the integral equation is given as

E(r) = E™(r)+ /v ) d*r'Gr, r)x(r)Er)

+ M(VO 5 r) - E(avo 5 T)Z(Y)E(r), (1 )

where E™(r) and E(r) are the incident and total electric
field at location r, %(r) = (&(r)—1)/4x is the susceptibility
tensor of the medium at point r (for arbitrary electric-
permittivity tensor €). V is the volume of the particle and
Vo is a smaller volume centered at r. G(r,r’) is the free
space Green's tensor, defined as

Girr)— C(R)RjoexpgkR) {kz <l - I;I;) 1 - iR (1 - 3RR>} ,
)

where R=r-r, R=IR], RR is a dyadic defined as
RR,, =R,R, (u and v are the Cartesian components of

the vector or tensor), I is the unity tensor, M is the
following integral associated with the finiteness of the
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exclusion volume V,

MVo.r)= | & (Gr.r it Er)—C P D). ()

where G\ (r, ") is the static limit (k— 0) of G(r, r):
1 RR

- I-3— 4
1 ( i ) @

L is the so-called self-term tensor, related to the excluded
singularity of Green's tensor:

—st
G (r,r) =
( )R¢O

L(oVo,r) = — f d2'R3, (5)

where 1’ is an external normal to the surface 0V, at point
r.
To solve Eq. (1) we divide V into subvolumes (dipoles)

Vi, i=1, ..., N, centered around r;, and assume both % and E
are constant within each dipole, leading to
Emc+ZGu X]E + M —L; )x, is (6)
A
where E;=E(r;), %; = %(r;), E"° = E™(r;), [; = LV, 17),
M= | @ (Gmr)-Ewr). @)
Vi
/ Erem.r). ®)
z;é]V

Such formulation is equivalent to the method of
moments [26] applied to Eq. (1), using unit pulse and
delta-function (point-matching) as basis and testing func-
tions, respectively. And that is exactly the IGT formulation
of the DDA [8]. Thus, we confirm that IGT is a direct
consequence of Maxwell equations for any set of discreti-
zation elements V;. The only approximation used is that of
slow variation of % and E, which is reasonable if small
enough dipoles are used. In particular, the solution of
Eq. (6) should converge to the true one with refining
discretization [10].

Let us further define the self-term Green's tensor as

Gi= (M;-L)/V;, 9

dipole polarization as P; = V;(;E;, and its polarizability as
_\ -1 1
;= ((ViYi)_] —Gii) =ViXi (I_GiiViXi) . (10)

Using these definitions, Eq. (6) can be rewritten in the
standard DDA form:

a; 'Pi—> GyP;=E™. 11

J#i

Further on we consider V; to be equal rectangular
parallelepipeds (d; xd, xd3) placed on a rectangular
cuboid lattice. To describe the dipole size with a single
variable we use d=max(d;,d»,d3). Corresponding expres-
sions for L; and M; are given in Appendix A.

3. Set of point dipoles

To relate the IGT formulation to that corresponding to
point dipoles we need to take a closer look at the commonly

used approximation of replacing G;; (cf. Eq. (8)) by
E'J =C(l',',l'j). (12)

This approximation is reasonable when the dipoles i and j
are far apart but can be very wrong (relative error of order 1)
for a specific pair of nearby, especially touching, dipoles. The
reason why this approach works fine for cubic dipoles is
discussed in [10]. Briefly, the single value of G; is not
important, rather the sum in Eq. (11) is. Generally (for most
dipoles) the dipole i is at least several dipoles far from the
particle surface or any internal interface. Then we can divide
the sum into that over cubic shells around the dipole i and
consider only a few of the closest shells, where the difference
between G;; and Eg is expected to be the largest. Those shells
are inside a homogeneous medium and corresponding dis-
tances are much smaller than the wavelength A, then as first
approximation G ~ G and P; ~ const. In this case, the sum in
Eq. (11) over nearby shells boils down to the sum over Gj
alone, which is either an integral over cubically symmetric
volume or a sum over cubically symmetric set of points of

(r,, r’). Both of those equal zero due to symmetry and are
thus equal to each other. To conclude, the difference between
G,, and G causes only O(kd) differences in the solution of the
DDA equatlons for cubic dipoles [10].

The above immediately explains what goes wrong for
rectangular dipoles - the shells are no longer cubically
symmetrlc and, therefore, the O(1) differences between G;;
and G do not cancel out. Hence, combining point-dipole
Green s tensor with the polarizability, defined by Eqs. (9)
and (10), (which was implied by Massa et al. [20]) leads to
completely wrong results. We did confirm it by simula-
tions - the error increases with aspect ratio of the dipoles,
but does not decrease to zero with refining discretization
(data not shown).

Still, a dense enough set of point dipoles placed on any
regular grid seems an appropriate approximation of a homo-
geneous medium. The critical question then is that of dipole
polarizability, which must be different from that in the IGT
framework. Following [5], let us consider a test problem of
infinite homogeneous media, where a plane incident wave is
propagating. Since our goal here is to illustrate the phenom-
enon, we limit ourselves to the static limit (k— 0), while the
general case up to the third order of kd is discussed in
Appendix B. Physically, this case corresponds to a small sphere
V in a constant incident field E™; the total field E inside
sphere is also constant. First, consider Eq. (1) with spherical
exclusion volume and r in the center of V. Then, the integral is
zero due to symmetry, M= 0, and L = (47/3)], leading to the
well-known solution:

-1 . o .
E=(1+43—”7> E" =3(g+20) 'E™. (13)

The same solution should be obtained for a set of
identical point dipoles [Eq. (11)], which implies

VdZGU = —fl (14)

where i corresponds to the dipole in the center and Vjy is
the dipole volume. Since the particle is assumed much
larger than d, we can effectively extend the sum in Eq. (14)
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to an infinite dipole grid. Note, however, that the obtained
sum is conditionally convergent and the result may
depend on the order of summation, see e.g. [27]. Thus,
we consider it as a sum inside a sphere (or a cube), which
size is then increased to infinity (conforming to the
spherical shape of the original particle). Eq. (14) is the
main ingredient in explaining the existing controversy -
expression for the polarizability (or G;;) must conform to
the expression for the interaction part (G;).

For cubic dipoles, Eq. (14) is trivial. In both IGT and
point-dipole formulations, the sum over any cubic shell of
dipoles is zero due to symmetry (see discussion above),
leaving only VdG,, = —(4x/3)I, which in turn implies the
standard Clausius-Mossotti (CM) polarizability [2]. Note,
however, that considering the actual particle (finite grid)
in Eq. (14) results in polarizability corrections that are
significant for dipoles near the surface [28].

For rectangular dipoles, the situation is markedly dif-
ferent. In the IGT formulation we can still use that the
integral in Eq. (1) is zero (for spherical Vo smaller than the
dipole), which together with Eq. (14) implies

VdGu == Vv,
JVi\Vo

—L(Vy, 1) =

G 1)~ P = —LaVi\Vo). 1)

—LV;,r), (15)

which is exactly Eq. (9) in the static limit. In the point-
dipole formulation we rewrite Eq. (14) as

—st O st,0 477 =
-3 G; 3Vd (16)
R

Evaluation of these lattice sums, as well as extension to
the non-static case, is given in Appendix B. The latter
corresponds to modification of Eq. (14), but leads to
corrections of O((kd)?) or smaller, which become negligible
with refining discretization. Therefore, it is Eq. (14) that
determines the main (zeroth-order) term of the polariz-
ability, which in turn determines whether the method is
numerically exact or not.

So far we have shown that the point-dipole formula-
tion, given by Eqs. (12) and (16), works fine for a particular
test problem. To gain more confidence in this formulation
let us perform an analysis similar to that in the beginning
of the current section. In particular, we show that although
the difference between G; and ﬁg can be large for a
particular pair of nearby dipoles, it approximately cancels
out in a sum over all j, including the dipole i itself.
Consider a sphere Vs with radius Rs around dipole i (a
cube will work as well), such that min(4, D;)>Rs>d, where
D; is the distance from dipole i to the closest interface. We
assume that dipole i corresponds to a most common case
(far from interface) and d is small enough. Then outside of
the sphere G; ~ G;;, and the equality is exact in the limit d/
Rs— 0. Inside the sphere Pj~P; and G~ both exact in
the limit Rg/min(4,D;)— 0. Therefore,

Selr= S el - (ZGS“’)
J

JjeVs J¢Vs eVs

J¢Vs jeVs J¢Vs

+> GPi~ (ZE;‘)P +> GyP~ ZG,]P], (17)
J

where in the middle we used

ZGStO Zalsl Z GU ~ 3Vi

d

JjeVs jeR? jeRN\Vq
- > GirY G (18)
jeRA\Vs JjeVs

which follows from Eq. (14) applied both to ﬁfjt and Efjt’o. If
we set, e.g, Rs=+/d- min(4,D;) and take the limit of
infinite discretization (d—0), then all equalities in Egs.
(17) and (18) become exact ones, i.e., Eq. (11) and hence its
solution for point-dipole formulation converges to that of
IGT. More detailed analysis, including a small fraction of
dipoles near the interfaces and tracking the errors as
orders of kd, can be performed similar to that in [10].
However, we leave it for future studies.

In other words, the polarizability, defined by Eq. (16),
compensates the difference between GO and G; accumu-
lated for all dipoles inside V. Such compensation is only
possible if Ry is small enough, so that variation of dipole
polarization can be neglected. And it comes at a cost of
effectively enlarging the dipole size, since the point-dipole
DDA equations are correct at a scale R, instead of d. Hence,
one can expect that the accuracy of the point-dipole
formulation with rectangular dipoles would be worse than
that of the IGT for the same discretization. Another
problem associated with the point-dipole formulation is
discussed in Section 4.

4. Spectral properties

Following [29], let us consider the (eigen-)spectrum of
the interaction matrix and operator. Note that these
spectra are completely different from the wavelength
spectrum. To simplify discussion, we consider only homo-
geneous scatterers with isotropic € in this section, as well
as in all simulations further on. However, the case of
general tensor € is also tractable [30]. First, we rewrite
Eq. (6) in the matrix form as

BE = (I+(e—1)Z)E = E", (19)

where E and E™ are arrays compounded from E; and E;“c
for all dipoles, Z= — V4G/(47x), matrix G includes the values
of Green's tensor, including the diagonal ones, I is the
identity matrix. Matrix Z depends only on the shape and
size of the scatterer and is independent of &. Complex-
symmetric matrices B and Z are finite discretizations of
corresponding infinite-dimensional singular operators, cf.
Eq. (1), which we further denote as % and Z, respectively.

Budko and Samokhin [30] proved that in the static
limit, all eigenvalues of Z are real values between 0 and 1
(so-called essential spectrum). The latter is supplemented
by morphological-dependent resonances (e.g., Mie reso-
nances [31]) for larger scatterers [30,32]. The analysis of
such resonances, if possible at all, will be inherently
limited to a particular particle shape. Hence, for the
remainder of this section we consider only the static case
as it provides general insights on the difference between
the DDA formulations. In this case, the matrix B is
Hermitian and Z is real symmetric, both independent of
the particle size. The latter has real eigenvalues {z,}, which
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are also called generalized depolarization factors (form-
factors), in analogy to the electrostatic problem for ellip-
soid [33]. This spectrum is critical for the solution of
Eq. (19) - if 0 is close or equal to an eigenvalue of B the
problem is ill-posed or solution does not exist at all. This
condition corresponds to € =1—1/z. The interval ze[0,1]
is safe, as it corresponds to physically unrealistic cases of
real negative ¢, including extreme cases of 0 and oo that
require separate consideration. However, any other real
value of z corresponds to a finite real positive €.

As noted above, spectrum of Z belongs to [0,1], imply-
ing that Eq. (1) is solvable for any physical &. But any
finite-dimensional approximation {z,} is only expected to
converge to the operator spectrum with refining discreti-
zation. Numerical tests [29,30,32,33] proved that values of
z, approximately fall into [0,1]; however, strict compliance
does not necessarily take place. The point-dipole formula-
tion of the DDA with cubic dipoles, equivalent to the CM
one in the static limit, leads to “spill-out” of the spectrum
by less than 0.1 [33], which should not cause problems
except for high-contrast dielectric problems (&> 10 or
0<e<0.1).

To analyze the spectra in a meaningful way one should
account for largely different contribution of different eigen-
values. The weights f, depend on the particular scattering
quantity of interest; in the following we consider those
corresponding to the orientation-averaged absorption cross
section (C,psy Nnormalized by particle volume [29,33]:

(Caps) B 3N, i B f2) dz
oMl ™ Te-nee @0
1 3 5 3N
fn =ﬁ Z (“naeu) > f(Z)= an‘s(zfz”)’ 2D

u=1 n=1

where u,, is an eigenvector corresponding to eigenvalue z,, e,
is the vector combined of N copies of unit vector along the -
axis. The function f{z) fully describes the shape of the particle
and is expected to converge to the one corresponding to Z
with refining discretization. In particular, this limit is 6(z— 1/3)
for a spherical particle.

We have computed f(z) for a sphere and a cube, using
two DDA formulations and two types of dipoles — cubic
and rectangular ones (elongated two-fold along the
z-axis). For that we created a program in Mathematica,
independent of the code described in Section 5 but based
on the same formulae in the static limit. We used 16
dipoles along the x-axis. Unfortunately, significant increase
of this number, e.g., to study the convergence of f(z), is
computationally prohibitive, since the complexity of spec-
tral analysis is O(N®) in contrast to O(N log N) of a single
DDA solution. We have further smoothed f{z) by simple
averaging with a bin width of 0.1; the results are presented
in Fig. 1. First, note the general dependence of f(z) on
shape. For a sphere it is concentrated in the vicinity of
z=1/3, while for a cube it has large values over a large
fraction of interval [0,1], falling off exponentially only close
to 0 and 1. Apart from that the behavior of f{z) for different
DDA variants is similar for both shapes; thus, further
conclusions are expected to be shape-independent.

10 T T
tad sphere cubic dipole
[ CM
1F - = 1GT |{
[ rectangular
S~ 107k dipole 1:1:2 | |
S ---- CM
[
= L
107 £ 5
10° -
107 3
~
=
2
2 10? 3
10° E
10*
-0.5 0.0 0.5 1.0 15
Eigenvalue z

Fig. 1. Spectral function f(z) in a logarithmic scale for (a) a sphere and (b)
a cube for point-dipole (CM) and IGT DDA formulations, using cubic and
rectangular (1:1:2) dipoles. Both shapes are discretized using 16 dipoles
along the x-axis, f{z) is smoothed with a bin width 0.1. Vertical lines
denote the bounds of spectrum of operator Z.

All four DDA variants agree for the largest values of f{z) and
hence should have comparable accuracy in DDA simulations
for ¢ far from resonance regions (see below). The tails of f{z)
near z=0 and 1 are systematically larger for rectangular
dipoles, which can be partly explained by the twice smaller
number of dipoles. The CM formulation for cubic dipoles leads
to a small spill-out of the spectrum in line with above-
mentioned published results. By contrast, the spectrum of Z
for the IGT is always within the interval [0,1], both for cubic
and rectangular dipoles. This shows that IGT does a better job
at approximating the spectrum of Z, which is not totally
unexpected. However, a rigorous proof of such spectrum-
preserving property is not readily available. In this respect, the
IGT is similar to the “filteredcoupled dipoles” (FCD) formula-
tion of the DDA for cubic dipoles [29].

Finally, the most important and striking feature in Fig. 1
is the wide tails of f{z) for CM formulation with rectangular
dipoles. Although the absolute values of f(z) are small on
the tails (decay exponentially), they present a large pro-
blem for corresponding values of & in terms of both
accuracy (cf. Eq. (20)) and convergence of the iterative
solver. For instance, such common refractive index as
m=1.5 (corresponding to z=—0.8) is already very hard
for such DDA formulation. Moreover, the spectrum of B is
now not a line from 1 to &, but significantly extends on
both ends. According to the analysis of Rahola [32], this
leads to significantly slower convergence of the iterative
solver, even for values of ¢ far from the abovementioned
resonances (see also Fig. 4(b) below).
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Fig. 2. Same as Fig. 1(a), but only for point-dipole (CM) DDA formula-
tions, using cubic and three different rectangular dipoles. f{z) is smoothed
with a bin width 0.15. Vertical lines depict the corresponding values of
Ro(3).

[ A sphere
10F

%

ext’
N
T

Relative error of O
S
T

2 cubic rectangular
107 ¢ - & ICM  --m-  —O0— 3
EoL CLDR --&-- —o—

Tl IGT3  -—-A- —A—
10° E IGT  --wv- —— 4

, %

ext

Relative error of O

Inverse linear grid size (1/n )

Fig. 3. Relative errors of Qex versus 1/n, in log-log scale for (a) a sphere
and (b) a cube with kDy=8 and m=1.4. Several DDA formulations are
used both with cubic and rectangular 1:1:2 dipoles.

The rigorous derivation of the spectral spill-out width
as a function of dipole aspect ratios is a challenging task
outside the scope of this paper. However, this width is
comparable to the correction to the diagonal of the matrix
Z by lattice sums (Eq. (B7)). In particular, we computed f(z)
for the same sphere using elongated dipoles with different
aspect ratios from 1:1:1 (cubic) to 1:1:3. The result in Fig. 2

shows that the left boundary is well approximated by
z=Ro(3) (Table B1), depicted as vertical lines. This correla-
tion can be partly explained by the fact that lattice-sum
correction is designed to compensate the inherent flaws of
the point-dipole formulation (Section 3). Since this com-
pensation is not perfect due to finite discretization, there
should be a residual spectral spill-out with the width
comparable to the spectrum of the correction. The largest
of the latter in absolute value is Ry(3). Note also that the
right tails of f{z) in Fig. 2 are approximately symmetric to
the left ones with respect to z=1/3.

The main practical consequence is that the spectral
spill-out (and all associated problems) increases with
increasing dipole aspect ratio. As shown in Appendix B,
absolute value of components of Ry increases without limit
in this case, that results in the spectrum of Z occupying the
whole real line. By contrast, the diagonal elements of Z in
the IGT formulation are always in the range [0,1], even
allowing the limit of infinitely thin plate- or needle-like
dipoles (Appendix A). This indicates that off-diagonal
terms do not have principal flaws that would require
drastic compensation.

To finalize this section we note that there exist at least
two ideas to alleviate the spectral spill-out of point-dipole
DDA formulation. First, the iterative solver may produce
reasonable result even for singular linear system, if the
iterations are stopped early enough [34]. Thus, the applic-
ability domain in terms of refractive index can be enlarged
if relatively large threshold for the convergence of the
iterative solver is used, e.g., 10”2 instead of usually used
1072, and the corresponding errors are acceptable. Second,
filtering of Green's function has the potential to remove
the spectral spill-out altogether, but it requires an exten-
sion of the FCD formulation, including derivations of all
formulae [35], to a general rectangular grid of dipoles.
Both these ideas are interesting topics for future research.

5. Software implementation

We have implemented the DDA formulations with
rectangular dipoles, described in Sections 2 and 3, in the
open-source DDA code ADDA. The details of the code,
including specific formulae used to calculate far-field
scattering quantities, are given in [23]. The main addition
from the user perspective is the new command line option
“-rect_dip (x) (y) (z)", specifying the aspect ratio of the
dipoles, e.g., “11 2”. ADDA will then automatically use such
dipoles in shape generation and further calculation. The
rest of the user control is accomplished by existing ADDA
functionality with clarification that command line options
specifying dipole size, like “~dp1 ..”, now apply to the size
along the x-axis (the argument equals A/d;).

Most relevant existing command line options are “~int
. and “-pol ..”, which determine the interaction term and
dipole polarizability (self-term), respectively. The inter-
action term is calculated using either the point-dipole
formula (Eq. (12)) or the IGT (Eq. (8)). The latter is imple-
mented with minor changes in the existing code that was
previously used for cubic dipoles, and was originally devel-
oped in [8]. The only drawback of this IGT implementation
is that it requires a lot of computational time (comparable
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Fig. 4. Contour plot of Nj, (in log scale) versus m for kDyo=1 sphere using the CLDR (a, b) and IGT (c, d) DDA formulations with cubic (a, ¢) and rectangular
1:1:2 (b, d) dipoles. Black regions mostly include the cases where the iterative solver was stopped after maximum allowed number of iterations.

to 500 iterations of the iterative solver). However, this
problem can be alleviated by calculating the integral
accurately only for nearby dipoles (within the cutoff dis-
tance Rigr) and using Eij for larger distances. This is
achieved by “-int igt <R:gr/d>" and allows one to
obtain the result very close to that of the complete IGT, but
only requiring several-iterations-worth of extra computa-
tional time. This approach can be partly justified by analysis
similar to that including a sphere Vs in Section 3. The
particular optimal Rigr depends on the problem at hand;
however, the satisfactory first guess could be Rigr=3d that
is further denoted as IGT3 (see simulation results in
Sections 6 and 7).

Currently, ADDA supports three polarizability formula-
tions for rectangular dipoles: CM, CLDR, and IGT approx-
imation, correct in the second order of kd - IGT(SO). The
CM is based on Egs. (10), (16), and (B7), while CLDR
additionally includes corrections of up to the second order
of kd — Eq. (B17). Both are based on the lattice sums and

are currently limited to a set of aspect ratios tabulated in
[5] (see Appendix B). By contrast, IGT(SO) polarizability is
based on explicit Egs. (9), (A1) and (A3) and supports any
aspect ratios.

The philosophy of ADDA is to give full control of DDA
formulation to the user. This implies that one can use
definitely wrong combination of polarizability and inter-
action terms (e.g., CM and IGT, respectively). ADDA will
produce a warning but continue simulations in such cases.
When using rectangular dipoles, we recommend using one
of two combinations: CLDR polarizability with point-
dipole interaction or IGT(SO) polarizability with IGT inter-
action. We further denote them as the CLDR and IGT
formulations of the DDA, specified by command line
options “-pol cldr -int poi” and “-pol igt_so -int
igt ..” (with optional cutoff range), respectively. We study
their performance in the following sections. Moreover, in
the static limit, considered in Section 4, the CLDR formula-
tion is equivalent to the CM.
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The described code is freely available from the devel-
opment branch of ADDA.! It has been tested, in particular
by simulations presented in the following sections, and is
suitable for general scattering problems. However, the new
functionality has not yet been fully integrated with all
other ADDA parts. For instance, the rectangular dipoles are
incompatible with calculation of radiation forces and with
scatterers near plane substrate [36]. Moreover, the format
of the shape file does not explicitly specify the dipole
aspect ratios. In the future we plan to remove these
limitations and make the rectangular-dipoles feature avail-
able in the main ADDA package.” A detailed description of
its usage will then be provided in the ADDA manual.

Finally, we note that ADDA can run on a cluster of
processors with distributed memory, which allows one to
handle very large problems. This feature is fully integrated
with rectangular dipoles. In particular, the most time- and
memory-consuming simulations of the following sections
were run on the compute cluster of the Novosibirsk State
University.

6. Test simulations

First, we perform standard convergence tests with
increasing number of dipoles [10,29]. For that we consider
a sphere and a cube, both with kDy=8, where Dy is the
diameter or edge size, respectively, and discretized using
from 8 to 128 dipoles per particle dimension along the
x-axis (ny). For a cube both propagation and polarization
direction of the incident wave is along the cube edges. The
rectangular dipoles have aspect ratios 1:1:2, but we also
consider cubic dipoles for comparison. For both dipole
shapes several formulations are considered (CM, CLDR,
IGT, and IGT3). The value of refractive index is taken as
m=1.4, which is close to the region, where point-dipole
formulations are expected to have singularities due to
spectral spill-out (Section 4). We show relative errors of
extinction efficiency Qex in Fig. 3, other scattering quan-
tities behave similarly (data not shown). For the sphere the
reference value is obtained using the Mie theory [31], for
the cube - using the extrapolation technique based on five
DDA simulations (CLDR with cubic dipoles) with ny
between 128 and 256. The latter resulted in Qex;=4.2927
with estimated uncertainty of 2 x 10~4. For spheres we
use the volume correction, which ensures that volume of
the dipole set is equal to that of sphere (a default option in
ADDA) [23].

Overall, Fig. 3 demonstrates the convergence of all DDA
formulations with increasing number of dipoles down to
very good accuracies. That is sufficient to verify the
correctness of both theory and implementation; however,
there are a few features worth discussing. First, the
dips in some curves for spheres are artefacts of chosen
representation, which discards the sign of the difference,
i.e., they are related to the function Qex(ny) crossing the
true value at some finite n, (see [10,37] for details).

! http://code.google.com/p/a-dda/source/browse/branches/
rectangular_dipole.
2 http://code.google.com/p/a-dda/.

Second, rectangular dipoles result in worse accuracy than
cubic ones, which is totally expected for such symmetric
shapes. The goal of this test is to show that rectangular
dipoles are viable for any particle, while the cases, where
rectangular dipoles do provide advantage, are discussed in
Section 7.

The comparative performance of IGT3 and IGT is a bit
trickier to explain. For rectangular dipoles IGT3 converges
to a slightly wrong value, which is similar to the problem
of combining point-dipole Green's tensor with the IGT
polarizability (see Section 3), but is much less pronounced.
By further refining discretization up to n,=512 (data not
shown), we estimated the residual relative error to be
within 0.05% for both test particles. In principle, this can be
fixed by adjusting the polarizability expression to match
this particular interaction formulation, but we leave it for a
future study. By contrast, for cubic dipoles the difference
between IGT3 and IGT does decrease to zero with dipole
size. Moreover, if this difference is opposite in sign to the
error of the IGT itself, IGT3 may seem more accurate than
IGT, as is the case for the cube.

As a second test, we study the performance of the
iterative solver in terms of number of iterations Nj., as a
function of m. We consider a small sphere (kDyg=1) to
relate the results with conclusions of Section 4. For
wavelength-sized and larger particles Nj, is in most cases
larger than the following values for the same m, especially
for large Iml. The sphere was discretized with ny,=32 with
either cubic or rectangular (1:1:2) dipoles. The default
iterative solver (quasi-minimal residual) and convergence
threshold (10~°) were used. However, the iterations were
stopped after 3N iterations even if not converged. Thus,
Niter Was effectively truncated at this level, which is
9.8 x 10* and 4.9 x 10* for cubic and rectangular dipoles,
respectively. Both real and imaginary parts of m were
varied from 0 to 10 in steps of 0.5 with exception of the
imaginary axis, where Re(m)=0.05 (instead of 0) was used,
and m=1+0.001i instead of exactly 1. The results for CLDR
and IGT formulations are shown in Fig. 4. They are almost
identical to the results of CM and IGT3, respectively; thus,
the data for the latter two are not shown.

The convergence of the iterative solver for the CLDR is
significantly slower than that for the IGT even for cubic
dipoles, especially for large real m. However, the most
prominent feature of Fig. 4 is the failure of the CLDR for
rectangular dipoles for most of the considered values of m, in
agreement with analysis of Section 4. The particular applic-
ability domain of CLDR depends on dipole aspect ratios and
computational constrains, but it is definitely inacceptable for
many applications. The overall pattern for the IGT with
rectangular dipoles is very similar to that with cubic dipoles,
Nicer is from 1 to 3 times larger for all values of m except that
close to the imaginary axis. We can conclude that IGT
formulation of rectangular dipoles is reliable in the wide
range of refractive indices, while CLDR (or any other point-
dipole one) is generally inferior to the IGT, both in terms of
accuracy and computational speed. Finally, Nie, (and Fig. 4)
does depend on the specific iterative solver. However, our
experience with cubic dipoles (data not shown) suggests that
general trends in dependence of Nj., on m are the same for all
iterative solvers, at least for those implemented in ADDA [36].


http://code.google.com/p/a-dda/source/browse/branches/rectangular_dipole
http://code.google.com/p/a-dda/source/browse/branches/rectangular_dipole
http://code.google.com/p/a-dda/
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Fig. 5. Light scattering pattern for 9 x 9 x 0.02 pm> graphene plate:
(a) reference results obtained by the IGT3 with 2 nm cubic dipoles,
(b) relative errors of four DDA formulations with cubic and rectangular
dipoles (in log scale).

7. Practical applications

In this section we consider a couple of oblate particles,
relevant to practical applications, for which the use of
rectangular dipoles is expected to be beneficial. Based on
the results of Section 6, we choose IGT3 formulation for
simulations in this section (unless noted otherwise) to
obtain good accuracy and reliability without large compu-
tational overhead due to full integration in the IGT.

The first example is a graphene sheet, inspired by [11],
in particular a rectangular plate with dimensions
9x9x0.02pum°>. We used A=650nm and m=3+14i
[38]. Standard DDA approach is based on 10 nm cubic
dipoles [11], corresponding to two dipoles per plate thick-
ness. In principle, one dipole per thickness can also be
used, but we do not explore this option, since it is not
supported by ADDA shape generation routines [23]. More-
over, such approach contradicts an accepted notion that
dipole should be much smaller than any characteristic
length of the particle [2] - see also discussion below.
We compared the simulations with 10 nm cubic dipoles
to that with rectangular dipoles of 20 x 20 x 10 nm® and
50 x 50 x 10 nm?>. To assess the accuracy we used a reference
result obtained with 2 nm cubic dipoles. IGT3 was used for
all these simulations, but we additionally tried CLDR with
10 nm cubic dipoles (for such small dipoles it is almost
equivalent to CM). The resulting light-scattering patterns,
given by the Mueller matrix element Sy; in the yz-plane for

incident wave propagating along the z-axis, and their relative
errors are shown in Fig. 5. To describe the accuracy by a
single number we use root-mean-square relative error
(RMSRE) over the angular range [0°,90°], which we further
denote as 7.

First, note the rather unexpected result - even for cubic
dipoles CLDR is much less accurate (#=9.1%) than IGT3
(0.7%) because all dipoles are boundary ones (see discus-
sion in Section 3). Thus, it is always recommended to use
IGT for very thin particles. Second, using 2:2:1 dipoles
leads to almost the same accuracy (7=0.6%) but does it 7
times faster (4 times smaller N and 1.4 times smaller Nje;).
Here and further we consider only the time of the iterative
solver, since it is a major part of the total DDA simulation
time (except for the smallest problems) but is mostly
independent of the secondary simulation parameters
(e.g., number of scattering angles). Third, using 5:5:1
dipoles leads to a dramatic speed increase (42 times),
but at the expense of lesser accuracy (7=2.7%). In general,
comparison of simulation speed of two methods is mean-
ingful only when their accuracies are the same, e.g., [39].
However, the standard cubic-dipoles DDA cannot be
accelerated for graphene plate even at expense of accuracy
(dipole size is limited by the plate thickness). Thus, if
moderate errors can be tolerated the acceleration due to
5:5:1 dipoles is relevant. The accuracy deterioration for the
latter is easy to explain by noting that width of the dipole
(50 nm) is significantly larger than A/10iml, which is the
“rule-of-thumb” characteristic size over which the electric
field can be assumed constant [2].

This explanation implies that accuracy of simulations with
(very) oblate dipoles should improve with increasing ratio of 4
to particle thickness. In particular, we considered 1=3 pm
keeping all other parameters the same as above. Then 7 is
0.2%, 0.8%, and 2.0% for 10 x 10 x 10 nm?, 50 x 50 x 10 nm?,
and 100 x 100 x 10 nm> dipoles, respectively. The corre-
sponding acceleration due to rectangular dipoles is 42 and
200 times. Note also that decrease of N does not only
accelerate computations, but also decrease memory require-
ments proportionally. In particular, this makes larger particles
or better accuracy achievable on a given hardware. Finally, we
once more emphasize that using CLDR with rectangular
dipoles is completely impractical for such problems, since
such formulation combines slow convergence of the iterative
solver with very bad accuracy (7 more than 100%). The latter
can only be improved by using at least 20 dipoles per plate
thickness (data not shown).

The second example is a red blood cell (RBC) - also an
oblate particle, but with all dimensions larger than 4. We
used the shape mode, built into ADDA [36], with diameter
7.65 pm, minimum and maximum thicknesses 0.69 and
2.44 pm, respectively, and diameter at the maximum
thickness 5.46 pm, as has been considered in [39]. The
wavelength in the vacuum is 0.633 pm, which corresponds
to 1=0473 um in the medium (buffered saline). The
relative refractive index of the RBC is 1.045+8 x 1073,
and its symmetry axis lies in the yz-plane constituting a
30° angle with the z-axis (incident propagation direction).
Same as above, we compute S;; in the yz-plane for
scattering angles up to 90° and use # as an integral
accuracy measure. The latter is calculated against a
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Fig. 6. RMS relative error of S;; over the angular range [0°,90°] versus a
product N - Njer, which determines the simulation time, in a log-log scale
for a typical RBC (see text).

reference obtained with cubic CLDR using very fine dis-
cretization (1400 dipoles per RBC diameter).

Similar to graphene, we tried cubic and rectangular (2:2:1)
dipoles. However, here the variation of discretization level is
possible in wide ranges for both dipole shapes. Thus, we need
to compare the computational times to reach the same
accuracy. This time depends on many factors, including the
details of Green's tensor integration in the IGT, but the most
general factor is the product NeNje, which becomes the
dominant one (simulation time is proportional to it) if Nie,
is large enough. Therefore, we varied the number of dipole per
RBC diameter from 150 to 300 for cubic and from 100 to 250
for rectangular dipoles. The resulting dependence of # on
NeNiter is shown in Fig. 6. First, the value of 7 is less than 15%
(generally acceptable) even for the coarsest used discretiza-
tions. Second, the whole curves for rectangular dipoles are
almost the same for CLDR and IGT3 formulations, except that
Niter for IGT3 is systematically smaller. Note that satisfactory
performance of CLDR with rectangular dipoles is due to m
being close to 1. Third, the results for rectangular dipoles are
generally comparable to that for cubic dipoles. However, there
is a systematic superiority of rectangular dipoles for finer
discretizations - up to twice better accuracy for the same
computational requirements.

To summarize the above results we note that the
magnitude of variation (derivative) of the electric field
depends on the smaller of the two characteristic scales:
the wavelength (isotropic) and particle dimensions (can be
anisotropic). Thus, when one particle dimension is much
smaller than both A and another particle dimension, the
derivative of the electric field is strongly anisotropic,
which warrants the use of rectangular dipoles in the
DDA. We have illustrated that by oblate particles, but we
expect similar conclusions to hold for prolate needle-like
particles (e.g., nanorods), for which thickness is much
smaller than A.

8. Conclusion

This paper is devoted to the use of rectangular lattice of
dipoles in the DDA. We theoretically analyzed two

different approaches, namely the IGT and point-dipole
one (based on lattice-sum polarizability), deriving them
from the volume-integral equation for the electric field.
Although both approaches are viable, we showed that the
expressions for the polarizability and interaction terms
must conform to each other. This resolves the existing
controversy in the literature.

We also studied the spectrum of the interaction matrix
in the static limit and found significant differences
between the two DDA formulations. In the IGT formulation
the spectrum of the interaction matrix is always limited to
the physical bounds of the spectrum of the integral
scattering operator. By contrast, the point-dipole formula-
tions (CM or CLDR) cause the spectrum to extend beyond
these physical bounds. Although this spectral spill-out can
often be neglected for cubic dipoles, its width increases
unboundedly with dipole aspect ratio. Practically, this
implies unphysical resonances for real positive m and
overall deterioration of the simulation accuracy and speed
with increasing absolute value of m. The slowdown is
caused by slower convergence of the iterative solver,
which has been confirmed by simulations. Thus, the
applicability of point-dipole DDA formulations with rec-
tangular dipoles is severely limited to the region of m close
to 1, with specific bounds depending on dipole aspect
ratios and particle size.

We implemented IGT, CM, and CLDR formulations with
rectangular dipoles in the open-source code ADDA to make
it available to other researchers. We tested the correctness
of implementation on a number of simple test cases - all
formulations converge with refining discretization. We
further illustrated the virtues of the IGT formulation with
rectangular dipoles by simulations of light scattering by a
graphene sheet, with thickness much smaller than A. First,
we found that use of IGT is critical even for cubic dipoles,
since point-dipole (CLDR) formulation applied to two-
dipoles-per-thickness discretization resulted in more than
10 times larger errors. Second, use of IGT with rectangular
dipoles leads to more than 100 times faster simulations
keeping the satisfactory accuracy. The required memory
can be reduced by the same factor allowing one to handle
larger scattering problems with a desktop computer.

We also applied the DDA with rectangular dipoles to a
red blood cell - also an oblate particle, but with thickness
larger than A. Unfortunately, we noticed only marginal
improvement in comparison with the cubic dipoles. There-
fore, we conclude that use of rectangular dipoles is
expected to be especially beneficial for strongly oblate
and prolate particles, for which the smallest dimension is
much smaller than A. This class includes many potential
applications related to plate- or needle-like particles, e.g.,
in nanotechnology.

Finally, we stress that the DDA with rectangular dipoles
owes its success to the IGT formulation, which has been
largely underestimated by the DDA community. This formula-
tion is currently implemented only in a single available DDA
code (ADDA) and has been used only in a few papers. This
makes further development and optimization of IGT a relevant
task for future research. It may include optimization of
numerical integration of Green's tensor and developing
approximate expressions based on expansions in orders of
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kd and/or lookup (interpolation) tables. Also, the success of
IGT with rectangular lattice of dipoles justifies the term
“rectangular dipole” (volume element of the IGT), which we
adopted in this paper.

Acknowledgements

This work was partly supported by the Russian Science
Foundation (Grant no. 14-15-00155). M.A. Yu. also
acknowledges the support by the Stipend of the President
of Russian Federation for young scientists.

Appendix A: Self-term expressions for rectangular dipoles

In this appendix we provide the formulae for L; and M;
in the IGT formulation of the DDA with rectangular
dipoles, which were independently derived (in different
forms) by Tsang et al. [17] and Massa et al. [20]. Since we
assume all dipoles to be the same (d; x d, x d3), we omit
the index i in this appendix for simplicity. Tensor L can be
obtained analytically

Ly = 26,,82,,, (A1)

where &, is the Kronecker symbol and £2,, is the solid
angle of rectangular dipole face perpendicular to the pu-
axis as observed from the dipole center (u, v are Cartesian
indices):

Q, =4arcsin| [] d,

vd>
——— | =4arctan| —— |, (A2)
vin [d +d2 <d,iD

where Vy=dd,ds is dipole volume, and D = \/df+d§+d§
- its diagonal.

The integral in the expression for M (Eq. (7)) can be
evaluated in closed form only if the integrand is expanded
in powers of kd (or, equivalently, kD) up to third order,
which leads to

1 2.
M,y =8 (ikzﬂ”+§1k3vd), (A3)
B —/d3r1 14T =3 (Ve g (PHd g
#= LT ) T 2 e, 8D md,) Tt
Vd D+dﬂ
Jr2a log<D_dM>. (A4)

The latter is a simplified form of the expression given in
the supplementary data of [21]. Since the main non-trivial
part of M comes from terms of order (kd)?> and due to
historical reasons, we name the corresponding formula-
tion of the DDA self-term (polarizability) “second-order
IGT” IGT(SO) to distinguish it from precise evaluation of
Eq. (7), which was done in [8]. However the difference
between these two polarizability formulations is O(k*dVy),
which is minor (especially for strongly elongated dipoles,
when V4 < d°) since kd must be < 1 for the assumption of
small variation of electric field inside the dipole to be valid.

It is instructive to analyze the behavior of M and L
when the dipole is strongly elongated. In particular, let us
analyze the case of plate-like and needle-like dipoles.

Direct implications of Eqs. (A1) and (A2) are

di <dy,d3 = Lin =4m, Lp=1IL33=0, (A5)
d],dz < d3 =L;1=8 arctan(dz/d1 ),
[, =8 arctan(d1 /dz), L33=0. (AG)

In particular, L, is always in the range [0,47]. By contrast,
Egs. (A3) and (A4) imply

= 2V D
M_O<k leg<D d>> (A7)

which is o((kd)?) in the limit of one dipole dimension
much smaller than the other. As discussed above, kd must
be small in all DDA simulations, so the M term can be
neglected altogether for any extreme-elongation cases.

Appendix B: Lattice sums

To evaluate ﬁf,—t’o in Eq. (16) we perform derivations
similar to that in [5]. First, let us define the reciprocal
lattice q=2m(n,/d1,n2/d>,n3/d3), and its normalized variant
Q =q+/Vq4/(2r), where n={ny,np,n3} is an integer vector.
The regularized static Green's tensor [35] (with extracted
singularity) is defined as
R 0, ReV/, &1

®)= G (R) otherwise, )
where V' is the infinitesimal spherical exclusion domain
(implying the limit V' —0). Then its Fourier transform is
given by

F[e*] 0o = Jim / " BRE R)exp(ix - R)
V' -0/g3v
. [®dR [! . 2 RR .
~ lim / T /7 dt expl(icRt) / d¢<32—l)
:7[(7 )lmg/ / dt exp(iut)(1—3t%)
r—

1. &k
=4r <§I—K—2>, (B2)
where t=cos(f), @ is the angle between k and R, ¢ is the
azimuthal angle in plane perpendicular to K, u=«R. The
integral over ¢ is calculated by expanding R into compo-
nents parallel and perpendicular to k: R = tk/k+1V/ 1 —1t?,
where T(¢) is the unit vector perpendicular to Kk, and using
that the averaged tensor 77 is proportional to the projector
on the perpendicular plane:

2 . _ kK
1, dqorr:;r(l—ﬁ) (B3)

The same result (Eq. (B2)) can also be obtained starting
with the Fourier transform of 1/R [35]:

F[1/R|(x) = 47 /K2, (B4)

and using equivalence of VV — —&& under the Fourier
transform. However, this requires rigorous consideration
of integration—differentiation interchange, which can be
done only using the generalized functions. In particular,
the latter would lead to appearance of the term I in the
final part of Eq. (B2).



78 D.A. Smunev et al. / Journal of Quantitative Spectroscopy & Radiative Transfer 156 (2015) 67-79

Next, we apply Poisson summation formula, e.g., [40],
together with Eq. (B1) and obtain:

ZGStO ZC’“({n1d1,n2d2,n3d3})

J#I

1 — 4
=y, 2 FE* 1@ = v BuRoo). (85)

1 4 n —Q
Row) =2 <§—q—’;> =D 2o (B6)

where the right-hand side of Eq. (B5) defines the tensor
element-wise, and the value of the summand at the origin
of the reciprocal lattice is taken direction-averaged, i.e.,
qﬁ /qzqfol /3. The latter corresponds to the spherical outer

boundary in evaluation of the original conditionally con-
vergent sum (Section 3). Alternatively, the origin can be
excluded from the summation, since it does not change the
final result (both in Eq. (B6) and in the following sums).
The sum Ro(y) is exactly the same as the one derived in [5]
by summing vector potentials instead of electric fields. We
do not actually evaluate those lattice sums although
efficient algorithms are available [27]. Instead we refer to
[5], where the values of Ro(¢) are calculated for a number
of dipole aspect ratios — one is unity, and the other two are
chosen from a set {1,1.5,2,3}. We provide a subset of those
values in Table B1, only for aspect ratios that we used in
simulations.

To finalize the static case we combine Eqgs. (16) and (B5)
into

—st,0
vd [G151 ];u/ =

and consider the limit of strongly elongated dipoles. For
the latter we notice that

G, =0((minds, 5, d3) ), (B8)
j#i

—4nu (1/3+Ro(p)), (B7)

i.e., the magnitude of the sum is determined by the lattice
points closest to the origin (see also the discussion in
Section 3). Therefore, Ro(4) increases without bounds with
increasing dipole elongation. More specifically, if one of
the dipole dimensions (d,) is much larger than the other,
then the corresponding summation index (n,) can be set
to 0 (neglecting non-zero values of n,). Thus, the sum in
Eq. (B8) reduces to 2D or 1D one. For instance,

_{B)dyds
Z(ndo T odi

d] < dz,d?, = Ro(l) =

Ro(1)

Ro(2) =Ro(3) = — 5

(B9)

Table B1
Values of Ro(u) for dipole aspect ratios used in this paper (calculated in

E])2

d dz ds Ro(1) Ro(2) Ro(3)

1 1 0 0 0

1 1 1.5 0.20426 0.20426 —0.40851
1 1 0.38545 0.38545 —0.77090
1 1 3 0.74498 0.74498 —1.48995

% 1
di=dy <d; = Ry(3) = — ;2 e
T, a1 2 0,007 (N7 +13)

_{B/2)p3/2)ds
T d]’
Ro() =Ro(2) = — 22, (B10)

where { and f are the Riemann zeta and Dirichlet beta
functions, respectively [40]. The 2D sums in Eq. (B10) for
general case of d; # d, are also discussed in [40].

Gutkowicz-Krusin and Draine [5] also derived the
dynamic corrections to the above formula, which consti-
tutes the CLDR formulation for general rectangular lattice.
Here, we present their main formulae for completeness.
First, define additional lattice sums

Ri =;%—Zn:é=ZR2(W:ZR3(”’”’ (BIT)

M 22
n2 Q2
RzW)=Zn—Z—ZQ—Z=ZR3w,D), (B12)
n2 n2 202
Rs3(u,v) = nG Q Q (B13)

which are all expressed in terms of six independent
components of Rs. These sums are tabulated in [5] for
the same dipole aspect ratios as Ry (see above). In
particular, they all vanish for cubic lattice. The general
expression for the self-term for a plane wave propagating
in the direction, given by unit vector a, is

—0 t,0
Vd[Gii] - Vd[Glsz ];w 7’(2 Vi/g (6;41/1\[;,4 + mzaﬂal/KﬂI/)

+§ik3 Vabuw+0 ((kd)“), (B14)
where
N, =c;+m’c (l —3aﬁ> —m?c3a; —Ry — (m?> = 1)Ry ()
—8m’a.Rs(u, p)+4m*> Y aZRs(u,v), (B15)
14
I(ﬂy =Cc3+Rq —2R2 (M) —2R2(V)+8R3(ﬂ,l/)+€4, (B]G)

where ¢y = —5.9424219, ¢,=0.5178819, and c3=4.0069747
are the LDR constants [4] and c4 is an arbitrary constant.
One can, in principle, associate VdC;-t’ with —L; and the
remaining terms in Eq. (B14) with M; (cf. Eq. (9 )). However,
this would only add ambiguity since L; and M; have
specific (IGT-related) definitions that are generally incom-
patible with point-dipole formuolation.

If one sets c4=—c3 then G; is diagonal for a cubic
lattice (for any a) [5] - this is an accepted definition of
cubic CLDR in current DDA implementations [19,23]. We
extend this setting to rectangular lattice, which justifies
the use of the same name. Unfortunately, 62 is generally
non-diagonal for rectangular lattice, which is incompatible
with the current data structure inside ADDA that supports
only diagonal polarizabilities. Therefore, we additionally
discard non-diagonal values and obtain
b = BulGilu|, - (B17)

—c3

—0,diag
(G
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Note that the latter approximation is exact for propaga-
tion vectors along any axis (then matrix a,a, is diagonal),
which includes all simulations in this paper.

A_soa side note we propose a different way to diagona-
lize G;;, that is by averaging over a. Then (a,,a,)a=9,,/3 and
no limitations remain on the choice of c4. Thus, we choose
the most obvious value c;=0 and obtain:

—0.,av =0
dl ii ]/w d<[ n];w = 0>a
1 1 m?
- W{ —4n(§+R0(;4)> —;kzvj/3 [q + (?—1>R1

(M2 —1)R (ﬂ):| +§ik3vd}. (B18)

The physical sense of such averaging stems from the
fact that the field inside (even large) finite scatterer is not
expected to be that of a single plane wave, but rather can
be approximated by a collection of plane waves with
different directiorl% E“(]cf. a geometric-optics viewpoint).
For cubic lattice G;~ is very similar to that of IGT (cf.
Eq. (A3)); in particular, it does not depend on m. Note also
that it differs from direction-averaged LDR [4] due to
inaccuracies in the original LDR derivation. For rectangular
lattice the dependence of Eﬁ’“ on m is also relatively weak
- the trace of the tensor is independent of m.

References

[1] Draine BT, Flatau PJ. Discrete-dipole approximation for scattering
calculations. ] Opt Soc Am A 1994;11:1491-9.

[2] Yurkin MA, Hoekstra AG. The discrete dipole approximation: an
overview and recent developments. ] Quant Spectrosc Radiat Transf
2007;106:558-89.

[3] Purcell EM, Pennypacker CR. Scattering and adsorption of light by
nonspherical dielectric grains. Astrophys J 1973;186:705-14.

[4] Draine BT, Goodman JJ. Beyond Clausius-Mossotti: wave propaga-
tion on a polarizable point lattice and the discrete dipole approx-
imation. Astrophys J 1993;405:685-97.

[5] Gutkowicz-Krusin D, Draine BT. Propagation of electromagnetic
waves on a rectangular lattice of polarizable points [Internet];
2004 [cited 2010 Nov 17]. Available from: (http://arxiv.org/abs/
astro-ph/0403082).

[6] Goedecke GH, O'Brien SG. Scattering by irregular inhomogeneous
particles via the digitized Green's function algorithm. Appl Opt
1988;27:2431-8.

[7] Lakhtakia A. Strong and weak forms of the method of moments and
the coupled dipole method for scattering of time-harmonic electro-
magnetic fields. Int ] Mod Phys C 1992;3:583-603.

[8] Chaumet PC, Sentenac A, Rahmani A. Coupled dipole method for
scatterers with large permittivity. Phys Rev E 2004;70:036606.

[9] Goodman JJ, Draine BT, Flatau PJ. Application of fast-Fourier-
transform techniques to the discrete-dipole approximation. Opt Lett
1991;16:1198-200.

[10] Yurkin MA, Maltsev VP, Hoekstra AG. Convergence of the discrete
dipole approximation. I. Theoretical analysis. J] Opt Soc Am A
2006;23:2578-91.

[11] Wojtkiewicz S, Sawosz P, Kostecki M, Sokolowska A. Optical method
for characterization of nanoplates in lyosol. Microelectron Eng
2013;108:121-6.

[12] Sokolowska A, Rudnicki J, Kostecki M, Wojtkiewicz S, Sawosz P,
Chodun R, et al. Electric field used as the substitute for ultrasounds
in the liquid exfoliation of hexagonal boron nitride. Microelectron
Eng 2014;126:124-8.

[13] Roder PB, Smith BE, Davis EJ, Pauzauskie P]. Photothermal heating of
nanowires. ] Phys Chem C 2014;118:1407-16.

[14] Agha YO, Demichel O, Girard C, Bouhelier A, des Francs GC. Near-
field properties of plasmonic nanostructures with high aspect ratio.
Prog Electromagn Res 2014;146:77-88.

[15] Moskalensky AE, Yurkin MA, Konokhova Al, Strokotov DI, Nekrasov
VM, Chernyshev AV, et al. Accurate measurement of volume and
shape of resting and activated blood platelets from light scattering.
] Biomed Opt 2013;18:017001.

[16] Smith DA, Stokes KL. Discrete dipole approximation for magneto-
optical scattering calculations. Opt Express 2006;14:5746-54.

[17] Tsang L, Kong JA, Ding KH, Ao CO. Scattering of electromagnetic
waves: numerical simulations. New York: Wiley; 2001.

[18] Landy N, Smith DR. Two-dimensional metamaterial device design in
the discrete dipole approximation. ] Appl Phys 2014;116:044906.

[19] Draine BT, Flatau PJ. User guide for the discrete dipole approxima-
tion code DDSCAT 7.3 [Internet]; 2013. Available from: ¢http://
ddscat.googlecode.com/files/ddscat7.3.0_UserGuide_130529.pdf).

[20] Massa E, Roschuk T, Maier SA, Giannini V. Discrete-dipole approx-
imation on a rectangular cuboidal point lattice: considering
dynamic depolarization. J Opt Soc Am A 2014;31:135-40.

[21] Massa E, Maier SA, Giannini V. An analytical approach to light
scattering from small cubic and rectangular cuboidal nanoantennas.
New ] Phys 2013;15:063013.

[22] Yurkin MA. Computational approaches for plasmonics. In: Della Sala F,
D'Agostino S, editors. Handbook of molecular plasmonics. Singapore:
Pan Stanford Publishing; 2013. p. 83-135.

[23] Yurkin MA, Hoekstra AG. The discrete-dipole-approximation code
ADDA: capabilities and known limitations. ] Quant Spectrosc Radiat
Transf 2011;112:2234-47.

[24] Loiko VA, Molochko VI. Polymer dispersed liquid crystal droplets:
methods of calculation of optical characteristics. Liq Cryst 1998;25:
603-12.

[25] Ross MB, Blaber MG, Schatz GC. Using nanoscale and mesoscale
anisotropy to engineer the optical response of three-dimensional
plasmonic metamaterials. Nat Commun 2014;5:4090.

[26] Kahnert FM. Numerical methods in electromagnetic scattering
theory. ] Quant Spectrosc Radiat Transf 2003;79:775-824.

[27] Nijboer BRA, de Wette FW. The internal field in dipole lattices.
Physica 1958;24:422-31.

[28] Rahmani A, Chaumet PC, Bryant GW. Coupled dipole method with
an exact long-wavelength limit and improved accuracy at finite
frequencies. Opt Lett 2002;27:2118-20.

[29] Yurkin MA, Min M, Hoekstra AG. Application of the discrete dipole
approximation to very large refractive indices: filtered coupled
dipoles revived. Phys Rev E 2010;82:036703.

[30] Budko NV, Samokhin AB. Spectrum of the volume integral operator
of electromagnetic scattering. SIAM ] Sci Comput 2006;28:682-700.

[31] Bohren CF, Huffman DR. Absorption and scattering of light by small
particles. New York: Wiley; 1983.

[32] Rahola ]. On the eigenvalues of the volume integral operator of
electromagnetic scattering. SIAM ] Sci Comput 2000;21:1740-54.

[33] Min M, Hovenier JW, Dominik A, de Koter A, Yurkin MA. Absorption
and scattering properties of arbitrary shaped particles in the
Rayleigh domain: a rapid computational method and a theoretical
foundation for the statistical approach. J Quant Spectrosc Radiat
Transf 2006;97:161-80.

[34] Kaasschieter EF. Preconditioned conjugate gradients for solving
singular systems. ] Comput Appl Math 1988;24:265-75.

[35] Piller NB, Martin OJF. Increasing the performance of the coupled-
dipole approximation: a spectral approach. IEEE Trans Antennas
Propag 1998;46:1126-37.

[36] Yurkin MA, Hoekstra AG. User manual for the discrete dipole
approximation code ADDA 1.3b4; 2014.

[37] Yurkin MA, Maltsev VP, Hoekstra AG. Convergence of the discrete
dipole approximation. II. An extrapolation technique to increase the
accuracy. ] Opt Soc Am A 2006;23:2592-601.

[38] Bruna M, Borini S. Optical constants of graphene layers in the visible
range. Appl Phys Lett 2009;94:031901.

[39] Yurkin MA, Hoekstra AG, Brock RS, Lu JQ. Systematic comparison of
the discrete dipole approximation and the finite difference time
domain method for large dielectric scatterers. Opt Express 2007;15:
17902-11.

[40] Borwein JM, Glasser ML, McPhedran RC, Wan ]G, Zucker IJ. Lattice
sums then and now. Cambridge: Cambridge University Press; 2013.


http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref1
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref1
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref2
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref2
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref2
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref3
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref3
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref4
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref4
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref4
http://arxiv.org/abs/astro-ph/0403082
http://arxiv.org/abs/astro-ph/0403082
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref5
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref5
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref5
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref6
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref6
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref6
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref7
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref7
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref8
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref8
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref8
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref9
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref9
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref9
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref10
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref10
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref10
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref11
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref11
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref11
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref11
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref12
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref12
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref13
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref13
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref13
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref14
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref14
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref14
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref14
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref15
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref15
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref16
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref16
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref17
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref17
http://ddscat.googlecode.com/files/ddscat7.3.0_UserGuide_130529.pdf
http://ddscat.googlecode.com/files/ddscat7.3.0_UserGuide_130529.pdf
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref18
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref18
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref18
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref19
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref19
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref19
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref20
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref20
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref20
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref21
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref21
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref21
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref22
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref22
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref22
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref23
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref23
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref23
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref24
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref24
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref25
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref25
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref26
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref26
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref26
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref27
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref27
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref27
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref28
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref28
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref29
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref29
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref30
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref30
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref31
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref31
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref31
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref31
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref31
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref32
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref32
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref33
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref33
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref33
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref34
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref34
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref34
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref35
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref35
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref36
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref36
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref36
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref36
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref37
http://refhub.elsevier.com/S0022-4073(15)00038-2/sbref37

	Rectangular dipoles in the discrete dipole approximation
	Introduction
	Rigorous derivation of the DDA
	Set of point dipoles
	Spectral properties
	Software implementation
	Test simulations
	Practical applications
	Conclusion
	Acknowledgements
	Appendix A: Self-term expressions for rectangular dipoles
	Appendix B: Lattice sums
	References




