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Understanding radiative transfer in random media like micro- or nanoporous and particulate materials, allows
people to manipulate the scattering and absorption of radiation, as well as opens new possibilities in applications
such as imaging through turbid media, photovoltaics, and radiative cooling. A strong-backscattering phase
function, i.e., a negative scattering asymmetry parameter g, is of great interest, which can possibly lead to unusual
radiative transport phenomena, for instance, Anderson localization of light. Here we demonstrate that by utilizing
the structural correlations and second Kerker condition for a disordered medium composed of randomly distributed
silicon nanoparticles, a strongly negative scattering asymmetry factor (g ~ —0.5) for multiple light scattering can
be realized in the near infrared. Based on the multipole expansion of Foldy-Lax equations and quasicrystalline
approximation (QCA), we have rigorously derived analytical expressions for the effective propagation constant
and scattering phase function for a random system containing spherical particles, by taking the effect of structural
correlations into account. We show that as the concentration of scattering particles rises, the backscattering is
also enhanced. Moreover, in this circumstance, the transport mean free path is largely reduced and even becomes
smaller than that predicted by independent scattering approximation. We further explore the dependent scattering
effects, including the modification of electric and magnetic dipole excitations and far-field interference effect,
both induced and influenced by the structural correlations, for volume fraction of particles up to f, ~ 0.25. Our
results have profound implications in harnessing micro- or nanoscale radiative transfer through random media.
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I. INTRODUCTION

Rich interference phenomena in random or disordered
media have received growing attention in the last few years,
and give rise to a rapidly developing field called “disordered
photonics” [1,2]. The study of disordered photonics involves
the fundamental pursuit of Anderson localization of light in
various disordered micro- or nanostructures [3—6], random
lasers [7,8], amorphous photonic crystals [9,10], photovoltaics
[11-13], focusing [14], and imaging [15,16], etc. When light
propagates in disordered photonic media, it undergoes scatter-
ing in a very complicated way. Traditionally, the transport of
light intensity is depicted by the radiative transfer equation
(RTE) [17-23]. Parameters describing radiative transport,
particularly the scattering mean free path /5 and the transport
mean free path [;;, are usually calculated under the independent
scattering approximation (ISA), i.e., in which the scatterers
scatter electromagnetic waves independently without any in-
terparticle interference taken into account [17-20,22]. [ and
I, are related through the single particle scattering asymmetry
factor g, i.e., the mean cosine of the scattering angle of the
scattering phase function, as I, = [;/(1 — g). Since g > 0 is
valid for most natural scatterers, it is common to conclude that
ly 2 1.

For diffusive light transport in three-dimensional random
media (the length scale along the propagation direction L >
li), the diffusion constant D is related to the transport mean free
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path via D = vgl/3, where vg is the energy transport velocity
in random media [20]. Moreover, the loffe-Regel parameter
kely, which decides whether the scattering strength is strong
enough to make Anderson localization occur, also depends
on Iy, where k. = 2w /A, is the wave vector and A. is the
renormalized wavelength in the random media [20]. Therefore,
it is critical to lower /;; to achieve strong light scattering and
thus mediate a transition to Anderson localization as well
as other unusual transport phenomena [20,22]. A possible
way is to artificially create negative asymmetry factor g to
make /;; < [5. Decades ago, it was already reported by Pinhero
et al. that magnetic particles with giant permeability p > 1
can induce negative g in the visible range [24]. Even earlier,
in the 1980s Kerker et al. [25] already proposed critical
conditions in which perfect directional scattering for single
magnetodielectric particles can be realized. Specifically, by
properly tuning the amplitude and spectral position of electric
and magnetic dipoles, one can obtain a nearly-zero-forward
scattering (NZFS) pattern for these particles. This is called
the second Kerker condition, where the permittivity ¢ and
permeability p of a very small particle should satisfy the
condition & = (4 — w)/(2u + 1) with u # 1. This feature
arises from the destructive interference of electric and magnetic
dipoles in the forward direction. Note the original proposal of
the zero forward scattering condition of Kerker et al. violates
the optical theorem, and thus the term “nearly ZFS” is used
here, which indicates the forward scattering amplitude is not
rigorously zero [26].

Later, many researchers showed that actually some non-
magnetic particles with moderate permittivity can also exhibit
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the NZFS feature if one appropriately excites the electric
and magnetic dipoles in the particle. For instance, recent ad-
vances in all dielectric metasurfaces revealed that by carefully
modulating the sizes of moderate-refractive-index dielectric
nanoparticles, spectral overlapping of electric and magnetic
dipoles can be achieved, resulting in NZFS, e.g., for silicon
[27,28] or germanium [29] nanospheres. Actually when the
first-order Mie coefficients a; (describing electric dipole re-
sponse) and b; (describing magnetic dipole response) have
the same amplitude and are out of phase with each other, i.e.,
a; = —by, the second Kerker condition is perfectly satisfied
and the particle shows a NZFS scattering pattern. In particular,
Goémez-Medina et al. [28] found that for a single silicon particle
with radius a = 230 nm, a negative asymmetry factor as small
as g = —0.15 at A = 1530 nm can be obtained. Note in these
cases high-order Mie multipolar modes in the particles are
negligible, which can be then termed “dual-dipolar particles”
[30-32].

Above discussions are specific for the single particle scat-
tering regime, only valid for random media containing very
dilutely distributed particles [18]. As the concentration of
scattering particles rises, ISA becomes unsuitable due to the
existence of interparticle correlations [33,34], which make
the scattered electromagnetic waves of different particles
interfere and preserve partial coherence [35]. In this case, the
scattering asymmetry factor g for the whole random media is
rather different from that of single scattering [33,34,36,37].
The influence of the structural correlations actually provides
an alternative way to control the asymmetry factor of light
transport in random media, as was done by Rojas-Ochoa et al.
[38], who used dense colloidal suspensions of polystyrene
with interparticle repulsive electrostatic forces to achieve
a very negative asymmetry factor around g ~ —1. They
showed that it is the structural short-range-order induced
Bragg backscattering resonance that leads to this extremely
negative g.

In this study, by cooperatively utilizing the common hard-
sphere structural correlations and the second Kerker condi-
tion for dual-dipolar particles, we demonstrate that strong
backscattering (negative asymmetry factor g ~ —0.5) can still
be achieved, not relying on local Bragg resonance. By means of
the multipole expansion method and quasicrystalline approx-
imation (QCA) for the Foldy-Lax equations (FLEs) treating
multiple scattering of electromagnetic waves, we rigorously
derive analytical expressions for the effective propagation
constant and scattering phase function for the random system
consisting of dual-dipolar particles. The obtained transport
mean free path /;; is shown to be substantially shorter than the
scattering mean free path /. We also address the dependent
scattering mechanism and its interplay with the structural
correlations, or short-range order, which then allows a flexible
control over light-matter interaction in random media. The
negative g leads to an unusual multiple scattering regime,
implying a possible way for realizing three-dimensional An-
derson localization and other anomalous transport phenom-
ena. It is promising to utilize the negative asymmetry factor
to achieve extreme light-matter interaction, facilitating the
performance of novel photonic devices like random lasers,
disordered photonic bandgap media, and light trapping and
conversion devices, etc.

II. NEGATIVE ASYMMETRY FACTOR
FOR A SINGLE PARTICLE

The scattering of electromagnetic waves by single ho-
mogeneous or multilayered spherical particles with arbitrary
electric and magnetic properties is one of the earliest solved
problems in electromagnetic scattering, which was done by
Gustav Mie over 100 years ago [39]. Along with the rapid
development of nanofabrication and nanophotonics in the
last few years, the anomalous scattering properties of single
dielectric particles are theoretically and experimentally studied
by many authors very extensively [40-46], giving rise to
the booming of nanoscale light scattering study. The basic
idea behind Mie theory is to rigorously solve the boundary
value problem of Maxwell’s equations in spherical coordinates.
For spherical boundary conditions, the solution of Maxwell’s
equations can be formally expanded in a linear combination of
vector spherical harmonics (VSHs) or vector spherical wave
functions (VSWFs) [47,48]. The extinction and scattering
efficiencies of a single homogeneous sphere with a complex
refractive index of /i1 and radius a placed in vacuum illuminated
by a plane wave is formally given by [28,47,48]
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and k = 27 /X is the wave number of plane wave with wave-
length A and x = ka is the corresponding size parameter. j,(z)
and h,(z) are spherical Bessel functions and Hankel functions
of the first kind of order n, with respect to the argument z [47].

The differential scattering cross section for unpolarized
incident light is given by

4)

do T
i ﬁusl(es)ﬁ + 18206517, )
where
. n+1
$109 = Y s lanm(eos 00+ byti(eos )l (©)
n=1
and
. n+1
2169 =Y ﬁ[anm(cos 0) + bumy(cos0)]  (7)

n=1

are elements of amplitude scattering matrix and 6, is the polar
scattering angle with respect to the incident wave vector, in
which 7, and 7, are functions defined in Appendix C [47,48].
The normalized differential scattering cross section is also
called the scattering phase function used in RTE. Therefore,
the scattering asymmetry factor for the single scattering phase
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FIG. 1. Extinction efficiency for a single Si nanoparticle with
radius @ = 230 nm, where the contributions of electric dipole (ED)
and magnetic dipole (MD) as well as the sum of them (ED+MD) are
also shown.

function, defined as the mean cosine of scattering angle
(cos 6), is calculated through [47]
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Based on Mie theory, it is straightforward to find negative
values of g by tuning the material and geometry parameters,
as was done by Gémez-Medina et al. [28]. Particularly, for a
dual-dipolar nanoparticle [32], in which only the electric and
magnetic dipole modes are excited, the above series sums are
reduced to only n = 1 and simple analytical conditions can be
found. This is the case for silicon nanoparticles with radius
around a ~ 200nm in the near infrared. For a ¢ = 230 nm
silicon nanoparticle, the total extinction efficiency Qex =
Cext/ (ra?) is shown in Fig. 1(a), along with the contribution
of electric dipole (ED), magnetic dipole (MD), and their sum
(MD+ED) according to Eq. (1). It is clearly seen that for
A 2 1300 nm, the ED and MD excitations are dominating.
In this circumstance, the second Kerker condition requires
[26,28]
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d
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for dual-dipolar particles. A perfect NZFS radiation pattern
can be realized if these conditions are fulfilled, leading to the
asymmetry factor [28],

Re(a;b7)

. C LIV 11
la|> + |by|? (1)

&min

which is the minimum value of g for dual-dipolar particles.
For a silicon sphere with ¢ = 230 nm shown in Fig. 1(a), only
a moderately negative g = —0.15 can be achieved at the equal
amplitude wavelength A = 1530 nm because a; and b; are not
ideally out-of-phase. The spectrum of the asymmetry factor
for this single particle is shown in Fig. 1(b). This fact leads
us to consider whether it is possible to achieve a stronger
backscattering by utilizing inteference effects among multiple
particles in random media composed of these dual-dipolar
particles, especially the interference induced by particle struc-
tural correlations. In the next section, we will analytically
solve the multiple scattering problem of electromagnetic wave
propagation in such random medium to further examine this
idea.

III. NEGATIVE ASYMMETRY FACTOR FOR A RANDOM
MEDIUM COMPOSED OF DUAL-DIPOLAR PARTICLES

A. Effective propagation constant

When a large number of identical dual-dipolar particles
approaching the second Kerker condition (here we choose Si
nanoparticle with radius @ = 230nm at A = 1530 nm) are ran-
domly packed and constitute a disordered medium, it is of great
interest to investigate whether the dependent scattering effect
can lead to a more negative asymmetry factor for radiative
transfer than the single scattering case. It should be noted here
we call the “dependent scattering effect” as a generalization
for those interference effects that are not possible to explain
under ISA [49,50]. This is a broader definition than that of van
Tiggelen etal.’s [51], for instance, which classified the multiple
scattering trajectories visiting the same particle more than once
and resulting in a closed loop, or “recurrent scattering” [52],
as the dependent scattering mechanism.

In this section, we will present an analytical derivation
for the dependent scattering effect, starting from the first
principles of electromagnetic wave theory. Since the scatterers
are randomly distributed in the medium and have finite
sizes comparable with the wavelength, it is critical to take
the interparticle correlations into account in the dependent
scattering model [33,34,38]. This is because the existence
of one particle would create an exclusion volume into
which other particles are not allowed to penetrate, which
leads to definite phase differences among scattered waves
preserving over the ensemble average. These definite phase
differences produce constructive or destructive interferences
which in turn affect the transport properties of light, which
are called “partial coherence” by Lax [35,53]. Therefore,
to establish an analytically solvable model, a statistical
description of scatterer positions is needed. Typically, the
pair distribution function (PDF) g,(r;,r») is used to describe
the statistical distribution between a pair of particles, more
specifically, the conditional probability density of finding
a particle centered at the position r; when a fixed particle
is seated at r,. When assuming the random medium is
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statistically homogeneous and isotropic, the PDF only
depends on the distance between the pair of particles, i.e.,
g(r1,12) = go(Jry — 1) [54,55]. There are already several
(approximate) analytical solutions of the PDF for some
specific random systems, e.g., Refs. [54,56]. However,
analytical expressions for high-order position correlations
involving three or more particles simultaneously are much
harder to obtain. In this circumstance, if QCA is introduced,
these correlations are treated as a hierarchy of PDFs,
e.g., &3(r1,r2,13) = go(r1,r2)ga(ra,r3), g4(ry,r2,r3,r4) =
g2(r1,13)82(1r2,13)g2(1r3,14), and so forth, where g3 and g4
indicate three-particle and four-particle distribution functions,
respectively [53,57-59]. In this one respect, QCA is actually
a perturbative approach only incorporating multiple scattering
diagrams with two-particle statistics, but it still takes infinite
scattering orders into account [60,61]. This approximation
sets up the basis of the present analysis.

QCA was initially proposed by Lax [53] for both quantum
and classical waves, and examined by exact numerical simu-
lations as well as experiments to be satisfactorily accurate for
the dependent scattering effect in moderately dense random
media [62-64]. It is also widely used in the prediction of
optical and radiative properties of disordered materials for
applications in remote sensing [65] as well as thermal radiation
transfer [66,67]. More generally, its validity for ultrasonic wave
propagation in acoustical random media is also frequently
verified numerically and experimentally [68]. However, there
is no rigorous treatment for light propagation, especially for
intensity transport, in arandom system of dual-dipolar particles
in the spirit of QCA [19]. In the next, by applying the multipole
expansion method for the FLEs [35], QCA, and a series of
other well-defined approximations, we will rigorously derive
analytical expressions for the effective propagation constant
and scattering phase function in such a medium.

Before proceeding to our derivation, we stress some basic
assumptions about the random medium. The positions of
scatterers, for a specific initial configuration of scatterers,
are treated to be fixed if they move sufficiently slower than
the transport of electromagnetic waves [21,23]. The elec-
tromagnetic response after a long period of time or over a
sufficient large spatial range can be computed by taking the
average of all possible configurations of particle distributions,
or ensemble average [21,23]. The analytical definition of the
ensemble average is given in detail in Appendix A. The volume
fraction of the identical spherical particles is f, and ng is
the number density given by ng = 3 f,/(4wa®), where a is
the sphere radius. The random medium is also supposed to
be statistically homogeneous and isotropic. We further restrict
our model in the linear optics regime. Under these assumptions,
the electromagnetic interaction of the incident light with the
random medium is then described by the well-known FLEs,
which can fully depict the many-particle multiple scattering
process. The FLEs for N particles read [35,55,61,69]

EY) (r) =

exc

N
Eine(r) + > _EQ,(r), (12)
i#]

where E;,.(r) is the incident electric field, Eg()c (r) is the electric

component of the so-called exciting field impinging on the
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FIG. 2. A schematic of Foldy-Lax equations for multiple scat-
tering of electromagnetic waves in randomly distributed spherical
particles. The particles are numbered as i, j, [, etc. The dashed line
denotes g»(r;,r;), the pair distribution function between the two
particles. The thick arrow indicates the propagation direction of
the incident wave, while the thin arrows stand for the propagation
directions of the partial scattered waves from particle i to j and from
[toj.

vicinity of particle j, and EY) (r) is the electric component of
partial scattered waves from particle i. We also show FLEs
schematically in Fig. 2.

To solve this equation, it is convenient to expand the electric
fields in VSWFs to utilize the spherical boundary condition of
individual particles, following the way usually done for a single
spherical particle. The expansion coefficients then naturally
correspond to multipoles excited by the particles. This is a
very mature scheme and has been widely used and extended by
many authors [19,58,69-71]. Using this technique, the exciting

field ngc(r) is expressed as

B =) il N, 1 = 1)), (13)
mnp
where Nf,}),p(r —r;) is the type-1 VSWF (or regular VSWEF,

defined in Appendix B). The abbreviated summation }_, .
generally stands for ) oo, > """ Zi:r Since here we only
consider electric and magnetic dipole modes, it is possible for
us to only take the first-order expansion into account, i.e., n =
1. This is valid when the particles are not too densely packed
that near-field coupling induces higher order multipoles. When
n =1, the degree m of VSWFs can only be —1,0,1. The
subscript p = 1,2 denotes magnetic (TM) or electric (TE)
modes, respectively. Based on the expansion coefficients of the
exciting field, the scattering field from particle i propagating
to arbitrary position r can be obtained through its 7-matrix
elements 7, as [19,69]

> e, TN =), (14)

n=1,mp

where N©&) ,(r — ;) is the type-3 VSWF (or outgoing VSWF,
defined in Appendlx B). For spherical particles T-matrix
elements are the same as Mie coefficients, namely, T1; = a;
and Ty, = b, for dual-dipolar particles. Inserting Egs. (13) and
(14) into Eq. (12), we obtain

(J) (1) @)
mlp mlp(r - I‘]) - mC(r) + Z Z mlpTlP

mp i=l mp
i#]

EQ (r) =

sca

xN® (r—r;). (15)

mlp
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To solve this equation, we need to translate the VSWFs
centered at r; to their counterparts centered at r;. Using
translation addition theorem for VSWFs (see Appendix B),
Eq. (15) becomes

N

| )
DNty =) =Eune® + > 37 €1, Tig
mp

=1 mpjq

i#j

X AL (0 —TON, 1, (r=T)), (16)
where A%M(rj —1;) can translate the outgoing VSWFs

centered at r; to regular VSWFs centered at r;. We further
expand the incident waves into regular VSWFs centered at r;
with expansion coefficients a,(,{,),,,, use the orthogonal relation
of VSWFs with different orders and degrees, and obtain the

following equation:

<“—a“’+ZZcL’;T Ay —10). (17)

=l nq
i#]

Here n = 1 in the subscript of c,(,{,),,, and af,{,zp is omitted since
only dipole excitations are of concern. To obtain the statistical
averaged properties of electromagnetic wave propagation, we
take ensemble average of Eq. (17) with respect to a fixed
particle centered at r; as

<C(J)) — (J) <Z Z RO) TlfiAgr?;Mq

=l g
i#]

j —ri)> , (18)
J

where (-); denotes the ensemble average procedure with r;
fixed. Since for statistically homogeneous random media,
the ensemble average procedure restores the translational
symmetry. The statistically averaged electromagnetic field
in random media, or the coherent field, as proved by Lax
[53], is a plane wave. Here we only consider transverse
electromagnetic wave propagation and assume the random
medium only supports transverse coherent modes. We denote
the effective propagation wave vector of the coherent wave
by K. Furthermore, it is assumed that the effective exciting
field for particle j, which is equal to the total coherent field
minus the field scattered by the investigated scatterer j, is also
plane-wave-like possessing the same wave vector, but with a
different amplitude [53].

(c(f)) A Cpp exp(iK - 1}), (19)

mp

where C,,;, is the expansion coefficient of effective exciting
wave amplitude at the origin, which has the same physi-
cal significance of Lax’s effective field factor [35,53]. The
expansion coefficient for different particles only differs by
a plane-wave-type phase shift, and C,,, only depends on
the overall property of the random media. According to the
principle of modal analysis (MA), for passive media (the
present case), the solution of propagation constant K = |K|
can be found in the upper complex plane to meet the poles
of Green’s function for coherent wave propagation [20,72]. In
other words, the effective propagation constant K corresponds
to the most probable mode with the maximal response and
minimal extinction in the random media, namely, the mode
with the largest spectral function [20]. To solve Eq. (18),

the expression for (c(’) quAf;mp(r,- —1;)); should be given
first. Herein the QCA suggested by Lax [53] is introduced,
which expresses high-order correlations among three or more

particles using two-particle statistics and amounts to
(cﬁ,?p)l] ~ (cl)). A~ Cup exp(iK - 17), (20)

where (-);; denotes the ensemble average procedure with r;
and r; fixed simultaneously. This equation suggests that the
fluctuation of the effective exciting field impinging on particle
i due to a deviation of particle j from its average position can
be neglected. This is strictly valid for a periodic or crystalline
medium, but to some extent is viable for a densely packed
medium possessing partial order, as suggested by Lax [53].
Inserting Eqs. (19) and (20) into Eq. (18) and using the
definition of PDF in Appendix A, we obtain

Cop = (a (/)> exp(—iK - I'j)+ZCunlq

nq

N
X <Z A%M(l‘j —r;)expliK(r; — r_,-)]>

i#] j

( (/)> exp(—iK - rj)+nOZC,4qT1q
g

/ drAS)  (—r)exp (iK - r)gs(r), 2D

wherer = r; — r;. Here we use the fact that for the present sta-
tistically homogeneous medium with translational invariance,
g2(r;,r;) only depends on r = r; — r;. Furthermore, for the
considered isotropic medium, g,(r) = g>(r), where r = |r|.

For convenience, we express C,,;, into a column vector C,
where the elements C'a are numbered as o = 1,2,3,4,5,6, de-
noting different combinations of mp,i.e., ¢ = 1,2,3,4,5,6 —
(m,p) = (—1,1),(0,1),(1,1),(—1,2),(0,2),(1,2). Similarly, we
use A p«(K) to denote the integral containing translation coeffi-
cient, which is a function of the unknown effective propagation
constant K, as

Ampuqg(K) = / drAS) (-1 exp (K- 1)g () (22)

for & = (u,q) and B = (m,p). And the diagonal elements
of the T matrix is given by Tiy = Ty = Ts3 = Ty = by and
Ty = T55 = T66 = T2 = a;, in which other elements are all
zeros. The incident wave amplitudes are expressed in a column
vector @ with d@, = (amp) j exp(—iK - r;). Therefore we have
the final solution as

C =a+nAK)TC. (23)
Thus C is solved by
C = [I - noAK)T] 'a. (24)

According to the definition of the most probable propagating
mode, for arbitrary incident wave &, K should meet the pole of
[I — noA(K)T]~!. This amounts to finding the K leads to the
determinant |I — noA(K)T| to be zero in the upper complex
plane for passive media under consideration [20,72]. In the
next we will evaluate the matrix elements of A and solve the
effective propagation constant K .
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In spherical coordinates, the translation coefficients are
given in terms of the position vector r = (r,0,¢) as [19,57,69]

(I =) +m)!
A+ !0 —m)!

x Y a(u 1] = m,1|n)a(l,1,n)h,(kr)

A(31M1(r) A(32M2( )= —=n"

x Y"(0.9), (25)

3) 3) (I = w1 +m)! m
Ao = Ao ® = =

X Za(,u,l| —m,1|n,n — Db(1,1,n)h,(kr)

X Y10, ), (26)

where Y"(0,¢) are spherical harmonics, and coefficients
that contain m,u,n including a(m,l| — w,1|n), a(w,1| —
m,1|n), a(1,1,n), b(1,1,n) are related to Wigner 3-j sym-
bols and listed in Appendix B. For dual-dipolar excita-
tions, n can be only chosen to be 0,1,2 to make these
coefficients nonzero [19]. Incorporating Egs. (25) and (26)
into Eq. (22) and invoking the well-known plane wave
expansion [73],

exp (K - 1) =) (2 + Di' jl(Kr)Y™(0,8)Y" 0k ,$x),

IR

27)

we can obtain a typical integral in Eq. (22) as follows:

I"H(K) = / dr(=1)"h, (k)Y 7"(0,¢) Y (20" + D"

X ju(KP)Y" (0,0)Y" 0k .px)ga(r),  (28)

which can be evaluated numerically for a known g, (7). In the
present paper, all the integrals, if not specified, are performed
over the entire real (for position vector) or reciprocal (for
reciprocal vector) spaces. Using the orthogonal relation of
spherical harmonics [73],

/ %4
/ Y0,0)Y,) " (0,$)dR2 = ———8u 8w,  (29)
4 2n

+1

where £2 is the solid angle, the above integral becomes
oo
1,""(K) = / 47t (=) hu(kr) ju (K D) Y, " (0 k)
0

X gz(r)rzdr. 30)

As a consequence, the matrix elements of A(K) are obtained
as

(1 — w1 + m)!

A1 (K)= Ap2pa(K) = A+ —m)!

(="

X Z a(p,1|—m,1|n)a(1,1,n)["*(K), (31)

(A =wld+mt
x Za(,u,1| — m, 1n,n — Db(1,1,m) "™ *(K).

n

m2u1 (K) -

(32)

Without loss of generality, we assume that the propagation
direction of incident and coherent waves is the z axis as shown
in Fig. 2, which leads to [73]

Y0k = 0,0k) = m—p.0, (33)

which demands m = . In this circumstance, therefore, A
only depends on K, and the nonzero elements of A(K)
are only A (K) = Au(K), An(K) = Ass(K), As3(K) =
Ags(K), A14(K) = A4y (K), Ars(K) = Asy(K), Ase(K) =

Ag3(K). The condition [I — noA(K)T| = 0 is also equivalent
to (I — noA(K)T)C = 0. After some manipulations, we obtain

(1 = noA11(K)b)Cy — noAsi(K)ai Cy
(1 = ngAn(K)b)Cs — ngAsr(K)a;Cs | =0,  (34)
(1 — noAs3(K)b1)Cs — noAes(K)ai Co

and
(1 —noA11(K)a)Csq — noAs1 (K)b C;
(1 — npAxn(K)a)Cs — ngAsy(K)b1C> | = 0. (35)
(1 — noAs3(K)a)Co — ngAes(K)b1Cs

These equations are still a little bit complicated to solve.
However, we can simplify the solution by only considering
the plane-wave illumination. Without loss of generality, the
incident plane wave is assumed to be linearly polarized over
the y axis and propagate along the z axis with unity amplitude,
namely, E;,. = ¥ exp(ikz), which therefore can be expanded
in regular VSWFs centered at r; as [55,69]

Eine(r) = exp(ik - 1)) > > ap, N0 (r—r1;), (36)

np m==1
where
al, = —a’,,, = $[4mx2n+ D]'7, (37)
a?nZ = a0—1112 = %[47[(2” + 1)]1/2’ (38)

where the coefficients corresponding to m = 0 are all equal to
zero. Hence (a,(,{,)l,,) = a,ﬁ{,{,, = exp(ik - r,)amnp, where af’,mp is
the expansion coefficient of the incident wave at the origin. Re-
garding Eqs. (37) and (38), for the linearly polarized coherent
wave, we also have C; = —C5,C, = C5 =0, and C4 = Cs.
Moreover, since a(l,1| —1,1|n) = a(—1,1|1,1|n) (nonzero
for n =0,2), we have A;(K)= A3(K), and a(l,1] —
1,1ln,n — 1) = —a(—1,1]1,1|n,n — 1) (nonzero only forn =
1) leads to A4y (K) = —Ag3(K) (refer to Appendix B), we are
finally able to obtain the following equations containing only
two unknowns C3 and Cg as

(1 — noAs3(K)b1)C3 — ngAes(K)a;Co = 0, (39)

(1 — noAs3(K)ay)Ce — noAe3(K)by C3 = 0. (40)
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Therefore we get the final dispersion relation as
(1 = noAs(K)b)(1 — noAz(K)ar) — ngAgsarby = 0, (41)

where the effective propagation constant K can be solved in
the upper complex plane.

Since it is not possible to solve the effective exciting field
amplitudes C,,, with only Egs. (39) and (40), in the next,
we will derive an extra equation for this purpose. Note C3
and Cg are not necessarily equal following from a plane
wave, because the electric and magnetic responses of the
particles might not be the same. To solve them, we consider
the relationship between the effective propagation constant
and the transmission coefficient of the coherent field. For the
coherent field, it propagates in the random medium in a ballistic
manner, the same as the case in a homogeneous medium.
The transmission coefficient, for the coherent field normally
illuminated onto a random medium slab with an effective
propagation constant K = KZ and thickness w, is calculated
as [53,74,75]

iw(K? — k?)

t=1+ ——". 42
+ 7 (42)

On the other hand, the transmission coefficient for the random
medium slab can be calculated from the ensemble averaged,
far-field forward scattering amplitude f(K,K) [53], where the
first K indicates the wave vector of the incident field and the
second stands for that of the scattered field. To this end, we
first consider the total scattered field that is given by

<E€(r) <Z E(j)(r)> =no / dr] Z mlp Tll’

<Nl (X —1)). (43)

Taking far-field approximation (r — o0) for outgoing VSWFs
(see Appendix C), after some manipulations, we have

ngexp (ikr) 3i
R L @Cn+biC). @)

(Es(r)) =

Therefore the forward scattering amplitude is obtained as

FK,K) =

1C1). (45)

And the transmission coefficient is related to forward scattering

amplitude f(K,K) through

2riwf(K,K)
. .

A comparison between Egs. (42) and (46) leads to the following
relation:

r=1+ (46)

K2 — 6rin

0(01C12+b1C11)- 47)

Combining Egs. (39), (41), and (47), the effective exciting field
amplitudes C}, and Cy; can be solved.

By this stage, we have established the theory for electro-
magnetic field propagation in a random medium consisting of
dual-dipolar particles, where the formulas of the dispersion
relation and effective exciting field amplitudes are derived
under Lax’s QCA. This theory provides an analytical tool for
examining the interplay between the dipolar modes of a single
scatterer and the structural correlations.

B. Scattering phase function

After calculating the effective propagation constant for the
coherent wave, to derive the scattering phase function defined
for incoherent waves [60], it is necessary to compute the
scattering intensity in this random medium. We first consider
the coherent field that is the ensemble averaged total field:

(E(r)) = (Einc(r) + E(r)), (48)

where E(r) = Ej,.(r) + E4(r) is the total field. The coherent
intensity is then defined as I.on(r) = Econ(r)E? ; (r), where the
superscript * denotes the complex conjugate, and the ensemble
averaged total intensity is given by

I(r) = (E(r)E*(r)) = ([Einc(r) + Eo(r)]
X [Ef (r) + E{()]). (49)

Ecoh (l‘) =

Therefore the incoherent intensity, defined as the difference
between total intensity and coherent intensity, is calculated
through

Lien(r) = 1(r) = Leon(r) = (Es(NE{(r)) — (Es(r)) (E{(r)),

(50)

which describes the light intensity generated by random fluctu-
ations of the medium, also known as the diffuse intensity [75].
To proceed, we write down the ensemble averaged intensity of
the scattered wave in the above equation as

(Eq(r)E{(r))

=ny Y fdr,ij}p(r — NS (=)

mpm'p’
xTyp Ty ( ;{; ;f); ). +ng Z //drjdr,gz(rj -r1;)
mpm’ p’
3 3
XTip T (ctd) fj};) NoL (e —r)NO @ —r,). (51

In the meanwhile, the coherent scattered intensity is given by

(EO)NEX@) =n > / / drdr; Ty, T,

mpm'p’

e e N
J

3
D) (e ), N, (x = NS (0 — 1)),

mlp
(52)

The unknowns in Eq. (51) are (c,(q{,),c(f,);) ; and (cf,{,),c%); Vijs
in which the former is the intensity of the exciting field with
respect to a particular particle, and the latter stands for the
correlation between the exciting fields impinging on different

particles. The incoherent intensity is therefore given by

L) =no Y / / dr;dri[noga(v; — r;) + 8(rj — ;)]

mpm' p’

X Tip Ty Nyt (6 = £ NG (0 = E){cD e )
-ng Y // dr;di i, Ty (eD) e )
mpm’ p’
NG (r = )N (r = 17), (53)
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where the Dirac delta function §(r; — r;) takes the case when
r; and r; stand for the same particle. In the spirit of QCA
we make an assumption for the correlation (cf,{; cf,ll?*,)i j, which
is similar to Lax’s method using the so-called effective field
factor [35]:

(D i 2 Conp Cry (B EX (). (54)

mp=m'p’[i

Inserting Egs. (20) and (54) into Eq. (53), we obtain

Lien(r) = ng Z // dr;dr;[nohy(r; —r;) +6(r; — ;)]
mpm’ p’

3
X Tip T}y Coup oy y N} (8 — 1))

x Ny (r — 1) (E(r)E* (1)

+n% Z //drjdr,-Tl,,Tl*p,Cm,,C;,p,

mpm'p’

3 3
) NGO —1)) NoY (r —17)

x ((E(r)E*(r;)) — (E(r)))(E*(r))), (55)

where h,(r) = go(r) — 1 is the pair correlation function. The
first term in the right-hand side (RHS) of Eq. (55) gives the
incoherent intensity produced by the total intensity (specifi-
cally, the total field correlation (E(r;)E*(r;)), which can be
understood as a generalization of intensity [20,76]), while the
second term denotes the incoherent intensity generated only by
incoherent intensity. Since the incoherent intensity, originated
from random fluctuations of total intensity, is usually much
smaller than total intensity [20,75], it is then possible for us
to neglect this term in the RHS of Eq. (55). This assumption
gives rise to

Len(®) ~ng Y / / drjdr;[nohy(r; — r;) + 8(r; — ;)]
mpm’ p’

3
X Tip T}y Coup oy y Ny (8 — 1))

x NI (r — 1) (E(r)E*(17)). (56)

mlp

If we only consider first-order scattering, i.e., (E(r; ) E*(r;)) ~
(E(r;))(E*(r;)), the above equation becomes the well-known
distorted Born approximation (DBA) for calculating radiative
transfer in the remote sensing community [19,60,77,78]. How-
ever, our present equation reproduces all orders of multiple
scattering if the total intensity /(r) is repeatedly iterated. Equa-
tion (56) is actually in the form of the Bethe-Salpeter equation
for wave propagation in random media [17-20,79-81]. The
irreducible vertex governing the multiple scattering process is
given by 'y = Tl,,Tl"‘p,Cm,,Cfn/p,[nohz(rj —r;)+(r; —
r;)], which corresponds to a modified ladder approximation
accounting for particle correlations [82,83].

To derive the scattering phase function, the integral in
Eq. (56) is needed to be carried out. For doing so, we express the
field correlation function in its Fourier transform component
in reciprocal (or momentum) space,

(E(r)E"(r) = /dpldm(E(pl)E*(pz))

xexp(ip; - rj —ip2-T;), (57)

where p; and p; are both reciprocal vectors, corresponding to
r; and r;, respectively. Substituting Eq. (57) into Eq. (56), we
have

Lin(r) = ng Z //// drdr;dpidpa[noha(r; —r;)

mpm'p'
—I—(S(I'j — I’,‘)] TlpTl*p/CmpC;;/p’

< [ NN @0

x(E(p1)E*(p2)) exp (ip; - ¥j — ip2 - I})
x exp (ips - (r —r;))
X exp (—ips - (r — 1;))dp3dps. (58)

Here we also use the Fourier transform of VSWFs,
N2 ,(ps) and NOI*(ps), with a similar definition to
Eq. (57), where p3; and ps are also reciprocal vec-
tors, corresponding to r —r; and r —r;, respectively. To
carry out the above integral, we further change the vari-
ablesas R = (r; +1;)/2,s =r; —r;,p= (p1 +p2)/2.p' =
(p3 +P4)/2,q = (p1 — p2) = (P3 — P4), and finally obtain

Lieh(r) = ng Z //// dpdp'dqds[nohs(s) + 8(s)]

mpm' p’

XTip T}y ConpCr y Nt (0 + @/2NG (0 — q/2)

x expli(p — p) - slexp(iq - r)(E(p + q/2)

xE*(p — q/2)). (59
Integrating over s and using the Fourier representation of pair
correlation function /,(s) as

Hp —p) = / dsh(s)exp [—i(p — ) -s]. (60)

1
(2m)?

Therefore we are able to obtain

Len®) =ny Y. f f / dpdp'dqlnor ) H(p' - p) + 1]

mpm’ p’

X Tip 1y Cp Cl y Nooy (0 + a/2NG (D — 4/2)

mlp mlp
x(E(p + q/2)E*(p — q/2)) exp(iq - 1). (61)

Furthermore, we take on-shell approximation for total
intensity, i.e., (E(p + q/2)E*(p — q/2)) is concentrated in a
momentum shell at p = K, where K is the effective propaga-
tion constant calculated before [17,76]. This approximation is
valid when scatterers are in the far field of each other and
each scattering event occurs in the far field of each other.
This condition also requires ¢ — 0, meaning no off-shell wave
components enter into the total intensity. In this way, (E(p +
a/2)E*(p — q/2)) ~ (E(E*(p))3(p — PK). In the present
study, the mean normalized distance between each two scatter-
ers can be estimated to be kd = 2w a/4mn /(3 f,)/A = 2.42 for
the largest density case of f,, = 0.25. Therefore we can assume
that the far-field and on-shell approximations are applicable.
In this circumstance, we carry out the integral involving q as

J[[ dadriar:N, 0N e @ + @/2E @ - a/2)

x exp(iq - r) exp(—i(p’ + q/2)r;) exp(i(p’ — q/2)r>)
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~ / dsNG| (x +s/2N0) (r — s/2) exp(—ip’ - s)
x(E(PK)E*(PK)), (62)

where the definition of Fourier transform for VSWFs is used.
Substituting Eq. (62) into Eq. (61), we have

Len(®) =no Y. / / / dpdp/dsino27) H(p' — p) + 1]

mpm'p’
X T1p Ty Conp Cr y Nint (€ 4 8/ 2)NJY (8 — 5/2)
x exp(—ip’ - S)(E(PK)E"(PK)). (63)

By this stage, the physical significance of Eq. (63) is obvious. It
describes that incoherent intensity arises from the process that
total intensity propagating along ) is scattered into the direction
p’, and the total incoherent intensity should be integrated
over all possible incident and scattering directions. This is
the process depicted by conventional RTE [21]. Therefore, the
quantity in the integral is indeed the different scattering cross
section of an individual scattering event, which is given by

do!
d; = ng Z f dslno@2)’ H(p' — p) + 1]
mpm'p
XTipT} CopClr NS ( 2NOY (r —s/2
1p Ty Conp Cor y Nop1, (X + /2N, 1, (r — 5/2)
x exp(—ip’ - s), (64)

where £2 indicates the scattering solid angle defined as the
angle between incident direction p and scattering direction p’.
Since we have assumed far-field scattering, the above equation
can be calculated by utilizing the asymptotic property for
VSWEFs in the far field, which is listed in Appendix C. The
integral over s results in a requirement that the scattering
momentum p’ should be equal to kt, which is consistent with
the far-field behavior of VSWFs, implying that only the mode
with momentum p’ = k can propagate into the far field. The
momentum mismatch between p = K and p’ = k is actually
compensated by the term involving the Fourier transform of the
pair correlation function H(p’ — p). After some manipulations
we obtain

do{ _ 9ng
dos  4k?
x [la1Ca17,(c0s 65) + b1 Ci1 7, (cos 6)|
+ |b1 C1 171, (cos 6) + a1 Ca Tu(cos )21, (65)

[1+no27) H(p' — p)]

where 6 is the polar scattering angle, and the dependency on
azimuth angle is integrated out. The functions t,(cos 6;) and
7, (cos 05) are defined in Appendix C.

By now the only undetermined object is the Fourier
transform of the pair correlation function H(p' — p),
where the absolute value of argument is |p’ —p|=
\/K2 + k%2 — 2Kk cos ;. To this end, here we regard that
all silicon particles are randomly distributed and the only
restriction is that they do not overlap or penetrate each other.
In this assumption, the Percus-Yevick approximation for the
PDF of hard spheres is used, since this model is capable of
reproducing the position relations between pairs of spherical
particles analytically with high accurateness [55]. It is given

4 . . . : :
- - - Single
3l —=—f=0.05
——f=0.1
ol ——f=0.15
< ——f=0.2
1 -
0 . .

0 30 60 90 120 150 180
0(deg)

FIG. 3. QCA-calculated phase function P(6;) as a function of
scattering angle 6; for the random medium containing Si nanopar-
ticles with radius a = 230 nm with different volume fractions f, at
wavelength A = 1530 nm. The interacting potential between particles
is the hard-sphere type calculated through the Percus-Yevick model
[54].

by Refs. [54,55] as

F(q)
Hq)=——"7"—, 66
W= e Fa (©0
where
3 2 48
F(g) = 24fv|:%cosu — % sin u
u
66 2 3
— 2'3 +4 cosu + —'f + 24— sinu
u u u
245
+ —6(cosu — 1):|, ©67)
u

withg = Iql, u = 2ga,a = (1 +2£,%/(1 — f.)*, B = =6,
(L4 fu/D2 /(L= f)*.8 = ful+2£,)7/12(0 = f)2].

The obtained phase functions under QCA for different
volume fractions are provided in Fig. 3. Here the upper limit
of volume fraction is chosen to be f, = 0.25 since a higher
volume fraction of particles would lead to the breakdown of
QCA, because particle correlations involving three or more
particles are more complicated than what QCA predicts.
Specifically, the phase function is computed through normal-
izing the differential scattering cross section as [21]

,
do,

PO)= —— 2 (68)

1w dog ’
2 Jo @ sin 6,d 6

Figure 3 demonstrates that by increasing the particle concen-
tration, the forward scattering is reduced and backscattering
is enhanced, and the effect of f, is more pronounced on
backscattering than forward scattering. Therefore, we have
achieved much stronger backscattering phase functions than
that in the single scattering case. This is one of the main results
of the present paper.

To understand the underlying mechanism on this
enhancement for backscattering, it is worth giving a brief
exploration on the dependent scattering effects, including the
modification of electric and magnetic dipole excitations and
the far-field interference effect, both induced and influenced
by the structural correlations.

023836-9



B. X. WANG AND C. Y. ZHAO

PHYSICAL REVIEW A 97, 023836 (2018)

1.5 T T T T T
——/=0.05

12t —e—f=0.1 1
——f=0.15

~ 09 ——f=02 ]
807 v
(72]

0 30 60 90 120 150 180

0(deg)

FIG. 4. Structure factor S as a function of scattering angle 6
for the random medium containing Si nanoparticles with radius
a = 230 nm with different volume fractions f, at wavelength A =
1530 nm. The interacting potential between particles is the hard-
sphere type calculated through the Percus-Yevick model [54].

In fact, a close scrutiny of Eq. (65) provides the clear
physical significance of the differential scattering cross section.
The structural correlations among particles, i.e., g»(r), enter
into Eq. (64) and affect the dependent scattering mecha-
nism in two ways. The first is contained in the fluctuational
component of the structure factor defined as S(q) =1+
no(2m)>H(p' — p) where q = p’ — p. This quantity is widely
used by many authors as the first-order dependent-scattering
correction to doy /d6; of single particle scattering, for instance,
Refs. [33,34,38,49,84], which describes the far-field interfer-
ence between first-order scattered waves of different particles,
also named the interference approximation (ITA) by some
authors [85]. The only difference in S(q) between QCA and
ITA is that the former takes the propagation constant of the
effective excitation field K impinging on the particles into
account, rather than the bare value of k. In Fig. 4, we give
S(q) for different volume fractions as a function of scattering
angle 6, in which ¢ = /K2 + k2 — 2Kk cos 6, is implicitly
used. Results show that the effect of S(6;) is that it reduces
forward incoherent scattering intensity more significantly than
backscattering intensity. The backward and forward scattering
contrast grows with the increase of the volume fraction, or the
degree of structural correlations.

The second role of the structural correlations is that they
affect the effective exciting field amplitudes for electric and
magnetic dipoles C, and C;; according to Eq. (20), which
are both equal to 1 under ISA as well as ITA. In Fig. 5,
we have calculated the absolute values of C;; and Cj, to
demonstrate how structural correlations induce a dependent
scattering effect on the dipole excitation under different volume
fractions. It is found that the absolute values of Cy, and Cy; are
substantially larger than 1, which indicates that the dependent
scattering mechanism gives rise to an enhancement in mode
amplitudes for dual-dipolar particles compared to the free-
space plane-wave illumination. Both C}, and C;; grow with
volume fraction until f, = 0.23, where they start to decrease.
This suggests that the dependent scattering mechanism initially
enhances the electromagnetic excitation of particles at moder-
ate concentrations and when the volume fraction continues to

IC|

10 1 1 1 1
0.00 0.05 0.10 0.15 0.20 0.25

7,

FIG. 5. Variation of effective exciting field amplitudes C, (for
electric dipole) and Cy; (for magnetic dipole) with particle volume
fraction f,.

rise a reduction occurs due to the “screening effects,” in which
the individual particle “witnesses” its surrounding medium
as a high-index-of-refraction effective medium, rather than
the bare background medium (vacuum in the present case),
leading to a reduction in index contrast and thus scattering
strength [20]. This is actually a renormalization of wave
propagation in random media, which has also been considered
by many authors but with rather different approaches, for
instance, Refs. [20,26,86-88]. Moreover, the amplitude of C;
is significantly larger than Ci,, implying that in the current
case, dependent scattering enhances magnetic dipole excitation
more efficiently.

According to Eq. (64), knowing that m;(1) = 7r;(1) =
m1(—1) = —11(—1) = 1, the differential scattering cross sec-
tion in forward and backward scattering directions can be
estimated as

do|
—oo ~ |a;Ciz + b1 C11)?, 69
a6, lo,=00 ~ a1 Ci2 + b1 Cy| (69)
do| )
— o C — b C N 70
a6, lo,=1800 ~ |a1C12 — b1 Cy] (70)

if the prefactor containing S(q) is not taken into account. Thus
it is straightforward to obtain [28]

do| do!
coon = 17 lo,=00 — 75 lo=1800 __Re(aiCpbiCyy)
2 ﬂl&:o" —+ %'&:180" |a1C12|2 + |bl(:ll|2
s 10

dos
(71)

We represent the quantity in the right-hand side of Eq. (71)
as gc, denoting solely the contribution from the correlation
induced dependent-scattering effect on the exciting field.
The results of the asymmetry factor from full QCA, gqca,
along with gc are compared in Fig. 6, in which this partial
contribution on the negative asymmetry factor is observed
to be substantial, more negative than that of single particles.
Consequently we have unequivocally demonstrated the second
role of the structural correlations, i.e., modification of the
exciting field for the dipolar modes, which also leads to an
enhancement in backscattering. This role, actually, is rarely
noticed or explicitly demonstrated by previous studies.
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FIG. 6. QCA-calculated asymmetry factor goca for a random
medium containing Si nanoparticle with radius @ = 230 nm with
different volume fractions f, at wavelength A = 1530 nm, compared
with the partial asymmetry factor gc that only considers the effect
of the modification of the exciting field induced by the structural
correlations.

Finally, we calculate the transport mean free path under
QCA with comparison with that under ISA as a function of
volume fraction. To show the linear dependence of scattering
strength predicted by ISA, the inverse of transport mean free
path 1//; isused in Fig. 7. In the studied range of f,, the inverse
of the transport mean free path under QCA is surprisingly
higher than that of ISA, implying a much lower [, and then
lower light conductance [17,20]. The highest value of 1/l qca
appears at f, ~ 0.23, leading to the Ioffe-Regel parameter
Klirqca ~ 1, which indicates that strong localization behavior
may occur. This result is surprising because in conventional
densely packed particle systems, the structural correlations
strongly reduce the scattering strength, leading to a giant
increase of the transport mean free path compared to the
value predicted by ISA [33]. It is interesting to examine the
possibility of localization in more detail, which will be
the subject of our future work.

-
I (pm™)
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FIG. 7. The inverse of transport mean free path 1/, for arandom
medium containing Si nanoparticle with radius ¢ = 230 nm with
different volume fractions f, calculated by QCA, where the operating
wavelength is A = 1530 nm, and the result of ISA is also plotted for
comparison.

IV. CONCLUSIONS

In this paper we have accomplished the design and theo-
retical analysis of a random medium with a strongly negative
scattering asymmetry factor for multiple light scattering in the
near infrared. Based on a multipole expansion of the FLEs and
QCA, we have rigorously derived analytical expressions for
the effective propagation constant for a random system con-
taining dual-dipolar particles. Moreover, in terms of intensity
transport, we derive a Bethe-Salpeter-type equation for this
system. By applying far-field and on-shell approximations as
well as Fourier transform technique, we have finally obtained
the scattering phase function, which is one of the main con-
tributions of the present paper. Although the present formulas
are deduced only for dual-dipolar particles, our theory can be
naturally extended to take high-order multipoles into account.

Following from our theoretical contribution, by utilizing
structural correlations among particles and the second Kerker
condition, we show that for a random medium composed
of randomly distributed silicon nanoparticles, the asymmetry
factor can reach nearly g ~ —0.5. The structural correlations
are of the hard-sphere type and we find that as concentration
of particles rises, the backscattering is also enhanced. This
leads to a strong reduction in the transport mean free path,
even lower than the value calculated from ISA, resulting in
a potential for strong localization to occur. We further reveal
that the strongly backscattering phase function is a result of
the dependent scattering effects, including the modification
of electric and magnetic dipole excitations and the far-field
interference effect, which are both induced and influenced by
the structural correlations.

To sum up, in the theoretical aspect, the present study
establishes a basis for analyzing light propagation, including
field and intensity, in disordered media with multipole Mie
modes. In the application aspect, it paves a way to manipulate
light scattering and spawns possibilities such as imaging,
photovoltaics, and radiative cooling through random media.
For instance, a strong backscattering feature is promising for
radiative cooling coatings [89,90], for which it is necessary to
efficiently reflect incident solar power concentrating on visible
and near infrared.

ACKNOWLEDGMENTS

This work is supported by the National Natural Sci-
ence Foundation of China (Grants No. 51636004 and No.
51476097), Shanghai Key Fundamental Research Grant (Grant
No. 16JC1403200), as well as the Foundation for Innovative
Research Groups of the National Natural Science Foundation
of China (Grant No. 51521004).

APPENDIX A: DEFINITION OF ENSEMBLE AVERAGE

Generally, an ensemble average of a physical quantity
should be carried out with respect to all possible states of the
system [21,35,55]. In the present random medium consisting
of N identical, homogeneous, and isotropic nanoparticles,
the only varying states of particles are their positions, i.e.,
r;, where j =1,2,...,N. Therefore, the ensemble average
over the whole random medium for a physical quantity
QO(ry,r2,...,rj,...,ry), which is a function of particle positions,
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is calculated as [35,55]

/ O(ry,ra,...

p(ry,r2,...,Tj, ...

.ry)dridr;..drj..dry

7rN)7 (Al)

where p(ri,rs,...,r;j,...,ry) is the joint probability density
function of the particle distribution ry,rs,...,r;,....ry. If we
fix some particle r;, the ensemble average over other N — 1
particles is given by

0); =/Q(I'1,l‘2,--~,l'l,

-p(l‘l,1'2,...,I‘i,...,1‘j,...

L, ry)dridr,..dr;..dry
(A2)

where i # j. Similarly, if we fix two particles r; and r;, the
ensemble average is expressed as

Q)ii = | O(r,rp,..0Fiy . T, .0,
J J

520 ST0 CINUN RS JTNN IR JY) §

where i # j, 1 # j,and [ # i. The relation between (Q);; and
(Q); can be derived as

I'N)dl'ldl'z...dl'l...dr]v

(A3)

(0); = / (0}, p(Eilr i, (Ad)

where p(r;|r;) is the conditional probability density function
of r; for a fixed r;. The pair distribution function is related to
p(rilr;) as [55]

&(rilr;)) N

V. N-1I
where V is the volume occupied by the ensemble of particles. In
the thermodynamic limit, N — oo, p(r;|r;) ~ g (x;|r;)/ V. |

p(rilr;) = (A5)

APPENDIX B: VSWFs AND TRANSLATION
ADDITION THEOREM

The regular VSWFs N(l) op(T) for p = 2 (TE mode) and p =
1 (TM mode) are deﬁned as [47,48,69,75,91]

N ey \/4(2;1 + D(n —m)!
mwn(n + 1)(n + m)'

x (ryinm), (BI)

N (1) = V X Ny (). (B2)
where k = w/c is the wave number in free space and w is the
angular frequency of the electromagnetic wave. ¥ (r) is the
regular (type-1) scalar wave function defined as

YD) = jutkr)Y"(6,9),

where j,(kr) is the spherical Bessel function and Y,"(6,¢) is
spherical harmonics defined as

Y'"(0,¢) = P)"(cos8)exp(ime),

where we use the convention of quantum mechanics, and
P (cos 0) are associated Legendre polynomials.

The outgoing (type-3) VSWFs have can be similarly defined
by replacing the above spherical Bessel functions with Hankel
functions of the first kind &, (kr).

The translation addition theorem of VSWFs, which trans-
forms the VSWFs centered in r; into those centered in rj, is
given by

3 3
N%q(r —r) = Z Agnztpuvq(

g

(B3)

(B4)

—r)NY (r —r1;), (BS)

mnp

which is valid for [r; — r;| > |r — r;|, and therefore should be
used in the vicinity of r;. The coefficient Aﬂm » 1s generally
given by [55]

At (®) = AD o (6) = y“”( "> " a(u.v| = monlDa.n Dhy(kr)Y! ™" ©.¢). (B6)
1
AR a0 = AS @) = P2 1Y aGuw] — monlld — Db.n Dy kr)Y) " (0.6), (B7)
mn ]
where y,,, is defined as
Q2n + D(n — m)!
Ymn = . (BS)
drn(n + D(n + m)!
The coefficients a(u,v| — m,n|l) and a(u,v| — m,n|l,l — 1) are given by
_ [ v n INTW+w!n—m)!{l—u+m)ql/2
vl—mnll) = (—Drmer+n(l " . , B9
A, |—m,ll) = (~1y~" 2 + )(M " M_m) (O " O)[(U_M)!(Hm)!(lw_m)!] (89)
_ l v n =1\ +wn—m!{l—pn+m)lq1/2
l—malll—1) = (=Dl + D" " . ’
atprvizmnlht =D = EDEEC )<M —m M—m> (0 00 >[(V—M)!(n+m)!(l+u—m)!]
(B10)

in which the variables in the form ( J1 J2
mp  mp

r{z 3 ) are Wigner—3j symbols. They can be found in Refs. [55,73] and not shown
3

in detail here. Other coefficients a(v,n,l) and b(v,n,l) are given as [55]

l'n-H—v

2n(n + 1)

a(v,n,l) =

Ron+1D2n+1D+m+1Dv+n—-Dv+l—n+1)—nv+n+I1+2)n+1—v+1)],

(B11)
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(2]’1 + l)l-nJrlfv

bonly=-—="

[(W+n+l+Dn+l—v)-W+I1—n)@+n—14+ 1]

(B12)

APPENDIX C: FAR-FIELD APPROXIMATION FOR OUTGOING VSWFs

For outgoing (type-3) VSWFs N® (r—r ;) centered at r, their far-field forms (when r >> r;) are given by [47,48,69]

mnp

(ChH

n

3 _r)a i 2n+ H(n — m)! exp(kr) . .
N, (r—1)) ~X i \/47”1(” TGl ke exp(—k, - 1;)B,,,(0,90),

(C2)

mnl

(3) O 2n+ DH(n —m)! eXp(kr). o
S /4ﬂn(n+l)(n+m)! o Pk )G (0. 6),

where B,,,,(0,¢) and C,,,,(6,¢) are vector spherical harmonics. In the present calculation for spheres, only m = *1 are needed.

In this condition,

B1,(0,¢) = —[07,(cos ) + ¢, (cos )] exp(ie), (C3)
B_1,(6.6) = ——— [B1,(cos8) — dma(cos )] exp(—i@), (C4)
nn—+1)
C1,(0,¢) = —[Bim,(cos 0) — ¢t,(cos )] exp(i ), (C5)
C_1,(0,¢) = —m[éin,,(cos 0) + 1, (cos 0)] exp(—ip), (C6)
where 1, and 7, are functions defined as [47]
1
£,(cos 0) = —w, (C7)
Pn1 (cos6)

m,(cosf) = ———=. (C8)
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