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Abstract

The aim of this paper is to provide a mathematical theory for understanding
the mechanism behind the double-negative refractive index phenomenon in chiral
materials. The design of double-negative metamaterials generally requires the use of
two different kinds of subwavelength resonators, which may limit the applicability of
double-negative metamaterials. Herein, we rely on media that consist of only a single
type of dielectric resonant element, and show how the chirality of the background
medium induces double-negative refractive index metamaterial, which refracts waves
negatively, hence acting as a superlens. Using plasmonic dielectric particles, it is
proved that both the effective electric permittivity and the magnetic permeability
can be negative near some resonant frequencies. A justification of the approximation
of a plasmonic particle in a chiral medium by the sum of a resonant electric dipole and
a resonant magnetic dipole, is provided. Moreover, the set of resonant frequencies
is characterized. For an appropriate volume fraction of plasmonic particles with
certain conditions on their configuration, a double-negative effective medium can be
obtained when the frequency is near one of the resonant frequencies.

Mathematics Subject Classification (MSC2000). 35R30, 35C20.

Keywords. Plasmonic nanoparticles, sub-wavelength resonance, electric and mag-
netic resonant dipoles, chiral materials, effective medium theory, double-negative meta-
materials.

1 Introduction

The resolving power of conventional imaging systems is generally limited by the operating
wavelength, which prevents imaging of subwavelength structures. However, systems
having a negative refractive index can produce sharp images, with a potential to resolve
subwavelength features [29]. Negative index materials were first considered in [34]. Their
recently added potential for subwavelength imaging led to an enormous interest in their
properties [32] 311 [33], 35].
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The negative sign of the refractive index arises in the description of electromagnetic
properties of materials with simultaneously negative values of dielectric permittivity and
magnetic permeability. A negative refractive index means that the phase velocity of a
propagating wave is opposite to the movement of the energy flux of the wave, represented
by the Poynting vector [35].

Negative refractive index materials are often referred to as double-negative meta-
materials. The design of double-negative metamaterials generally requires the use of
two different kinds of building blocks or specific subwavelength resonators presenting
overlapping resonances. The negative index is caused by simultaneous resonant electric
and magnetic responses. The resonant electric dipole modes in the background medium
contribute to the effective dielectric permittivity while the resonant magnetic dipole
modes contribute to the effective magnetic permeability. Such a requirement limits the
applicability of double-negative metamaterials.

Recently, it has been predicted and experimentally demonstrated that introducing a
single type of sub-wavelength resonant dielectric element into chiral materials leads to
double-negative metamaterials [30} 36, [37].

A material is defined to be chiral if it lacks any planes of mirror symmetry. In terms
of electromagnetic responses, chiral materials exhibit a different refractive index for each
polarization of the electromagnetic wave and are characterized by a cross coupling be-
tween the electric and magnetic dipoles along the same direction. The coupling strength
is given by the magnitude of a quantity known as the chirality admittance which deter-
mines the bulk electromagnetic properties of chiral materials. Wave propagation inside
chiral materials is investigated, for instance, in [5] [7, 9, 10, 17, 18| 19, 25].

Plasmonic nanoparticles are sub-wavelength resonant dielectric elements. They ex-
hibit quasi-static resonances, called plasmonic resonances. At or near these resonant
frequencies, the plasmonic particles behave as strong electric dipoles. The plasmonic
resonances are related to the spectra of the non-self adjoint Neumann-Poincaré type
operators associated with the particle shapes. We refer the reader to [I}, [8 1T} 12l 15 [16]
for recent mathematical analysis of fundamental plasmonic resonance phenomena and
their implications in subwavelength imaging.

In this paper, we aim to understand the mechanism behind the double-negative re-
fractive index phenomenon in chiral media. Herein, we rely on media that consists of
plasmonic resonant particles, and show how to turn a chiral material into a negative
refractive index metamaterial. For this purpose, we first derive the leading-order per-
turbations in the electromagnetic fields in the far-field, which are caused by the presence
of a plasmonic nanoparticle. To our knowledge, these asymptotic expansions, which
are uniformly valid with respect to the frequency, have never been established. They
generalize those derived in [1 [6, I3] to chiral media. They show that the plasmonic
nanoparticle can be approximated by the sum of resonant electric and magnetic dipole
sources. Then, we completely characterize the set of resonant frequencies in terms of
the plasmonic resonances of the nanoparticle in free space and the chiral admittance of
the background medium. Finally, by using the point interaction approximation, we show
that double-negative electromagnetic materials can be obtained by embedding in a chiral



medium a large number of regularly spaced, randomly oriented plasmonic particles, each
modeled as the sum of resonant electric and magnetic dipole sources. Near or at the
resonant frequencies, the effective electric and magnetic properties of the medium can
both be negative. We recall that the idea of point interaction approximation goes back
to Foldy’s paper [23]. It is a natural tool to analyze a variety of interesting problems in
the continuum limit. It was first applied to the analysis of boundary value problems in
regions with many small holes[26], 27], then in [22] to the heat conduction in material
with many small holes, and in [20] on sound propagation in bubbly fluid.

Our methodology in this paper follows the one introduced recently for achieving
double-negative acoustic media using bubbles [4]. In acoustics, it is known that the air
bubbles are subwavelength resonators [24]. Due to the high contrast between the air
density inside and outside an air bubble in a fluid, a quasi-static acoustic resonance
known as the Minnaert resonance occurs [2]. At or near this resonant frequency, the
size of a bubble can be up to three orders of magnitude smaller than the wavelength
of the incident wave, and the bubble behaves as a strong monopole scatterer of sound.
The Minnaert resonance phenomenon makes air bubbles good candidates for acoustic
subwavelength resonators. In [4], it is proved that, using bubble dimers, the effective
mass density and bulk modulus of the bubbly fluid can both be negative over a non empty
range of frequencies. A bubble dimer consists of two identical separated bubbles. It
features two slightly different subwavelength resonances, called the hybridized Minnaert
resonances. The hybridized Minnaert resonances are fundamentally different modes.
One mode is a monopole as in the case of a single bubble, while the other one is a
dipole. The resonance associated with the dipole mode is usually referred to as the anti-
resonance. For an appropriate volume fraction, when the excitation frequency is close
to the anti-resonance, a double-negative effective mass density and bulk modulus for
bubbly media consisting of a large number of bubble dimers with certain conditions on
their distribution are obtained. The dipole modes in the background medium contribute
to the effective mass density while the monopole modes contribute to the effective bulk
modulus.

The paper is organized as follows. In Section |2 we introduce some preliminaries on
electromagnetic wave propagation in chiral materials. In Section |3 we derive an asymp-
totic expansion of the scattered electric and magnetic fields by a plasmonic nanoparticles
in a chiral material. We prove that the plasmonic nanoparticle can be approximated as
a pair of electric and magnetic dipole sources. We also characterize the set of resonant
frequencies. In Section {4}, we derive a double-negative effective medium theory for plas-
monic particles in chiral media near the resonant frequencies. In Appendix[A] we provide
some explicit calculations for the case of spherical chiral inclusions. In Appendix |B], we
review layer potential formulations for electromagnetic scattering in a chiral medium.

2 Electromagnetic scattering in a chiral material

In this section, we consider an infinite chiral material in R? with only one plasmonic
particle. Let the particle Q@ C R3 be an open bounded set, with smooth boundary 9.



We assume that the particle €2 is centered at the origin and is of size O(9), where § > 0 is

small. Denote Q = 6B, |B| = O(1). Obviously, |Q| = 63| B| = O(6?), where | - | denotes

the volume. The electric permittivity e(z), permeability p(x), and chiral admittance
B(x) in R? satisfy

W3\ O w3\ O

ﬁ:{ﬂm 1.nR\Q? 6:{6m ?HR\Q, and pu(z) = p, for all z € R3.

0 in Q €c in Q
(2.1)
Here, €, ttm, and B, are positive constants and €. depends on the operating frequency

w and is assumed to be negative.

2.1 Drude-Born-Fedorov equations

The starting points of this paper are the Maxwell equations and the constitutive relations
for the chiral medium. Different expressions exist for the constitutive relations. The
Drude-Born-Fedorov constitutive equations are used hereinafter.

Optical activity of the chiral medium can be explained by the direct substitution of
the Drude-Born-Dedorov constitutive equations [9], [10]:

D =¢(z)(E+ B(z)V x E) in R3, (2.2)
B = p(z)(H + B(x)V x H) in R3, '
into Maxwell’s equations
V x E=1iwB in R3,
V x H=—iwD inR3, (2:3)
which gives the constitutive relations
(1~ (k(@)B)))D = e(a) B + 22 k()2
8(x) (2.4)
(1= (k(x)B(x))*)B = p(x)H — iT(k(x))QE,
where
k(z) = wy/e(z)u(x)
Combining and leads to
V x E=(y(z))’B(z)E + iwum(z(@)QH in R,
(z) (2.5)

V x H = (y(x))*B(z)H — iwe(x)(z(lﬂ))ZE in R?,

where




Let us denote
kr,

k= Wy Emim, Tm = W

Throughout this paper, we assume k,,(3,, < 1. Note that, k(x) = k,, and v(z) = vy
when z is outside €.
Let
Wy/EmMm
7= 3 w1 =
1- Wy/ 6Tnﬂm/@m
Wy/EmMm

Yo = wp =

1+ Wy/ €mtmBm 7

Consider an incident plane wave given by

w
1= @ /emfimBm’ o0

w
1+ W4/ 6mﬂmﬁm .

E™(z) = q1eMPVT 4 goe 2P
Hin __; [Em iY1p1-T iy2p2-T
(fl?) ¢ (Q1€ + qo€ )a
m

where the complex vectors p1, p2, q1, and go satisfy the following relations:
-1 =0, p1Xq=—iq,
p2-q2 =0, p2Xq2=1q.

Note that, under assumption ([2.8)), we have

V X qlei’nm-x — lqlei’nprx,
{ ( ) =7 29)

V X (q26i71p2-x) — _,YQquimpz-a:_

The incident field £ is then a combination of a left-circularly polarized plane wave and
a right-circularly polarized one, and it satisfies the homogeneous Drude-Born-Fedorov
equations in R3.

2.2 Radiation condition and Lippmann-Schwinger representation

Let E*¢ := E — E™ and H*¢ := H — H™ be the scattered electric and magnetic fields,
respectively. In [9], it is established that the classical Silver-Miiller radiation condition,

[ tim x C
|ESC(I’) — aHSC(Q:) X m’ S W for |ﬂf| — +OO7

uniformly in z/|z|, remains valid in chiral media. Moreover, there exists a unique solution
to the scattering problem. The uniqueness follows from the Bohren decomposition of
the electric and magnetic fields,

E 1 /EM 1 /E®
(1) =3 () +3 (1)



where

Jo6 1 i/E\ g 1 Jol) 1 =i/ B
HL )~ i |em 1 H an H® )~ i ] €m 1 H)
Hm Hm
The existence is established by using an integral equation approach; see [9, Theorem

5.6].
Let us introduce the fundamental solution to the isotropic Drude-Born-Fedorov chiral
medium. Let g* be the outgoing fundamental solution of A + k2, i.e.,

g (z) = pEp or x#0.

According to [9], the outgoing fundamental solution G of (2.5 is given by

. [ Hm . [ Hm

1 1 1y — 1 —iy [ —

G = g1 Em | + Gy €m
i

1

O |
|
TF

—_

.

with ov
. / 1
Gj = 05 7{ €mgﬂv g
wj —1 e—m—Vx 14+ — 5
M, 75 5

In [9], it was proved that the following Lippmann-Schwinger representation formula
for Drude-Born-Fedorov equation ([2.5]) holds:

() == oo (Lt ) () 0

where
f(y) = ‘v :
em(1—w2e(y) ()P (y)) 1 —w2empmBE’
SN 1(y) 1
) (1 = 2e()u(y)6%(y) 1= wlempmf2,’
i) = e(y)u(y)B(y) B €mBm
(1 = 2e()u(y)62(y) 1= wlempimf2,’
e(y)(y)By) Lan Brm

3 Derivation of the dipole approximation

In this section, by the method of matched asymptotic expansions, we construct asymp-
totic expansions of the scattered electromagnetic fields by the particle €2 as its charac-
teristic size § — 0. We prove that, as § — 0, the particle can be approximated by a pair



of electric and magnetic dipole sources. We then show that the sources can be resonant
for some negative permittivity e.. It is worth emphasizing that, in a non-chiral medium,
a dielectric plasmonic particle acts only as an electric dipole source [I, [13].

3.1 Matched asymptotic expansion

As in [6], to reveal the nature of the perturbations in the electric and magnetic fields, we
introduce the local variables £ = 2/ and set the fields es(§) = E(d€) and hs(§) = H(6E).
We expect that E(x) and H(z) will differ appreciably from E™(x) and H(z) for z close
to 0, but they will differ little from E‘*(z) and H"(z) for = far from 0. Therefore, in
the spirit of matched asymptotic expansions, we shall represent each of the fields E and
H by two different expansions, an inner expansion for x near 0, and an outer expansion
for  far from 0. The outer expansions must begin with E* and H™, so we write:

E(x) = E™(x) + 6" Ey(z) + 62 Ey(x) + -+, for [z > O(9), (3.1)
H(z) = H™(2) + 0 Hy(x) + §*2Hy(z) 4 ---, for |z| > O(6), '
where 0 < o < g < -+, and (Eq, Hy), (Ea, Ha), -+ are to be found. Inserting this

series into equation ([2.5) and observing that

(5) = em p(3) = pim

for |z| > O(6), we find that the outer coefficients (E;, H;), j = 1,2,--- are solutions to

V X Ej = 72 BmE; + z’wum(—zmﬁﬂj,
m

V x Hj = ’yfnﬁmHj — iwem(fzm)QEj
m

for |z| > O(6). Moreover, all (E;, H;) satisfy the Silver-Miiller radiation condition.
We write the inner expansion as

E(0¢) = e5(§) = eo(§) + dea(§)
H(6€) = hs(§) = ho(§) + 6h1(£)

where (eg, ho), (e1,h1), (e2,h2), --- are to be found. The functions e;(§) and h;(&) are
defined everywhere in R3.

In order to determine E;(z), Hj(z), e;(£), and hj(§), we need to equate the inner and
the outer expansions in some overlap domain within which the stretched variable ¢ is
large and x is small. In this domain the matching conditions are

for [¢] = O(1),

for |£| = O(1), (3:2)

E™(z) + 0" Ey(z) + - ~ eg(€) + der (&) + -+,

| (3.3)
H™ (2) + 0" Hy(2) + - ~ ho(§) + 0ha(€) + -+

These matching conditions will be made more precise later on.



Inserting the inner expansions into the Lippmann-Schwinger representation formula

(2.10]), we arrive at

0B () 3 €0€)  iwp(3€)Y (en(€) + der(€) + -
(smin ) = fLt =09 (Ll Hony ) (i) Loy - )
(3.4)
for |x| > O(6). Therefore, the matching conditions imply that

=241, i=1,2---.

If we substitute the inner expansion (3.2)) into (2.5 and equate coefficients of 61,
then we get the following equations:

V xe=0 inR3

2
v (6(1 +428%)en + iweuﬁ(%) ho) —0 inR®
V xhy=0 inR3

2
V- (u(l +~28%)hg — iweub’(%) eo> =0 inR3
eo(§) = E™(0) as [¢| = +oo,
ho(€) — H™(0) as [¢] — +oo.

Here, the derivatives are taken with respect to &.
Since the curl of ep(€) and ho(&) are both zero, there exists scalar functions V' (§) and
W (&) satisfying
() =VV(E),  ho(§) =VW(E), R’

Then becomes
(6 (1++26°)VV + uue,uﬁ( ) VW) =0 inR?
(u 1++26%) VW—zweuﬁ( ) vv) -0 inR% (3.6)
V() — E™0)-£ =0 as [§] = +oo,
W(€) — H™0)-£ -0 as |¢] — 4o0.

The first two equations in (3.6 imply that the normal components of

2
e(1+~2B*)VV + iweuﬂ(%) VW,

and )
pL+72B)VW —iwend (1) IV,



are continuous on 0B. Therefore, (3.6)) is equivalent to

AV =AW =0 in BU (R*\B),
VI-=V|T, W|T=W|" ondB,

V|~ 0 0 OVI[T Y \ 2 OW |

€c 61/’ =en(14+75065) 5 + 1WEm i Bm o 5 on OB,
oW |~ ow | T Y \2 OV | 3.7
| = 202207 m -

He o fm (1 + Y Bin) o 1Wem fn Bm <km> o on JB,

(V=V")(&) =0 as ¢ — oo,
(W —=W™™)(€) =0 as [¢] = oo.

Here, % denotes the normal derivative on 9B, and the subscripts + and — indicate the
limits from outside and inside B, respectively.

3.2 Small volume expansion and its resonant behavior

In this subsection, we formally derive a small volume expansion of (E, H) by solving
(eo, ho) and using the Lippmann-Schwinger equation. We emphasize that the expansion
can be rigorously proved. To solve e¢g = VV and hg = VW, we make use of boundary
layer potentials. We also discuss the resonant behavior of the expansion due to the
negative permittivity of the plasmonic particle.

We define the single-layer potential Sp as

1 1

- Y(y)do(y), xeR?’,
Am Jop |z — | (w)do(v)

Sp[y](x) =

for ¢y € H='/2(9B). We also define the Neumann-Poincaré operator K3 by

ki) = [ D)o t), we o

with v(z) being the outward normal at x € dB. It is well-known that the following jump

relation holds: N
0Sp[* 1.
E [¥] = (iz + Kg)[Y]. (3.8)

The functions V' and W can be represented by using the single layer potential as

V =V 4 Sp[vg],

4 (3.9)
W =Ww"+ SB[l/JH].

Using the transmission conditions on 9B in (3.7 and the jump relation (3.8)), it can be
shown that the pair (¢g,1¥y) is the solution to the boundary integral equation

Aee) <$fl> = <J{fl> : (3.10)

9



where ‘ )
A AJ " K5 iwde(5 + Kp)
—iwdu(§ +K%) Ad — Kp ’

() = (o 5 (el )

Here, the parameters A¢, A, de and d,, are given by

and

(3.11)

oB

_ €c + 6m(l + V?nﬁ?n)
‘ 2(€c — em(1+ ’ernﬁgn))’
Pm + Hm(l + 71%15%1)

M Bt — 1L+ A2 52))
d — emum/@m(Vm/km>2

© e —em(l+ B
d, = €mMml3m('7m/km)2

pim = pin (14 77.8%,)

It is known that the operator K} can be symmetrized using Calderén identity and
hence becomes self-adjoint [3|, [15]. Let Hgl/Z(aB) be the subspace of H~1/2(dB) with
zero mean value. Let H*(0B) be the space Ho_l/2 (0B) equipped with inner product

(p1,92)5 = _<SB[‘P2]7901>%,_%7

and (\j,#;), j = 1,2,--- be the pair of eigenvalue and normalized eigenfunction of K}
in #*(0B). For any ¢ € H*(0B), the following spectral representation formula holds:

Kilel =D X\idi (s, 0)s
j=1

It is then easy to see that the operator A has a block matrix structure. Indeed, we have

A (e _ Ael€e) = An iwde(ec) (3 + M)\ (adn
<b¢n> - (—iwdu(; + ) A — An > <b¢)n>

= A, <Z§Z> . (3.12)

Since {¢;}32, forms a complete and orthonormal basis, we can write
o0 [e.9]
VE =Y Vhbn, Yu =Y Vo,
n=1 n=1

fo = fibn, fu = firén,

n=1 n=1

10



with the coefficients

¢EL? = <1/1E,¢n)*, 1/}?{ = <¢H7¢n>*a
fe={B,0n)e, fir={fm,én)s

Then, from (3.12)), we have
T/J% — A—l fg’ — A—l 1 _inE <Em(0) v, ¢n>*
Vi " \Jr "o\wd, 1 (H™(0) - v, ¢n)s
Therefore, we obtain the solution V' and W in terms of the eigenvalue \,, and eigenfunc-
tions ¢, of the Neumann-Poincaré operator K.

Now, we derive a small volume expansion of (E, H) using the Lippmann-Schwinger
equation. Since Q2 = 0B and § < 1, by Taylor’s expansion, (2.10)) leads to

(i) = frew-oo (L0 50)) ()

) dy (3.14)

. (3.13)
0B

where K is defined by

€c 1 iw Mmﬁm
_ ; a 1-— w2€m,um/872n - 1- w2€mﬂm572rL
Ko = . €EmPm . 1
" 1- W2€m,umﬁ72n 1- ermﬂmﬁ?n
Since , 0 m
€o E™0 VSBlYE )
= . , 3.15
(ho> (H’"m)) i (VSBWH] (319)
we get ‘ A
E— En E™(0) + VSp WE])
4 zGKcéf*/(. . 3.16
(11~ ) @)~ wG@Rates? [ (0T Tm0e) (3.16)
Hence, we need to analyze the integral
pez)
B \VSB[vn])
Let us define BB BH
M, M, _ 1 —iwd,
(MHE MHH) = (-14,! (iwdu 1 > : (3.17)

Then (3.13) can be written as

b = —MEE(E™0) - v, ) — MY (H™(0) - v, ),
Wi = =MTP(E™(0) - v, ¢n)s — MY (HT(0) - v, 6p)-.

11



For convenience of notation, here we slightly generalize the definition of the inner product
(1, p2)« to the case when ¢ € (H*(0B))*, k € N by

(o1, P2)
<§0%7 902>*
(p1,902)+ = :
<Q011€7 ¢2>*
With this notation, we get
UE = —MFE(w, ¢,) ] EM(0) — MPH (v, ¢,) [ H™(0),
Wiy = —MIE(, 6,0 T E™(0) — MU (v, 6,)] H™(0),

where the superscript T denotes the Hermitian conjugate. By using the integration by
parts, it follows that

| VSalusids - ZwE/ VSaléald
:Z ¢E ¢n

=S MEE (), 60T E(O) + 37 MEH (1, 6,3 v, )T (0),
n=1 n=1
(3.18)

and similarly for ¢y,

/ VSplu]de = Z M P (W, gn) e (v, dn)l E™(0) + > MAT (v, dn) (v, 6n).L H™(0).
n=1

n=1

(3.19)
Now, if we define the polarization tensor by
MEE MEH
M =(ee.B) = (Ve ygn ) (3.20)
where -
MPE =" MEF (v, ¢n)u(v, én)),
n=1
o0
7= Z M5H<V7 bn)«(V ¢TL>I7
- (3.21)
Z MHE ¢n>* 9
o0
M = Z Mr?H(Va ¢n>*<V7 ¢n>;|—7
n=1

12



then (3.18) and (3.19)) can be rewritten as

/B (ggg [%?]) dz = M(ec, B) @Z((g))) - (3.22)

Finally, from (3.16]) and (3.22)), we obtain a small volume expansion

(5 B ?;) (2) ~ wG(2)Ko(e)* M e, B) (flz((g%) L 2l > 0(8), (3.23)

where M := |B|I + M.
Now, let us discuss a resonant behavior of the polarization tensor M. Straightforward
computation shows that

(1/2 = )X = k7. 82,(1/2 = An)) (1 — K7, 87,) €c — €om
kB (1 — k252 )ec — em’

det A, (e) = (—1)

where
. 1/24 A\,

—1
€en = —€mm(1 - kﬁmﬁfn(lﬂ - )\n))

It is clear that €}, < 0. Therefore, when the particle is plasmonic, i.e., Re{e.} < 0, the
polarization tensor can be very large if €. is close to €7, < 0 for some n.
Regarding the permittivity €., We make the following assumptions.

Assumption 3.1. Suppose that
(1) There exists n € N such that (v, ¢p)« # 0;
(ii) The permittivity e. of the plasmonic particle is close to €, < 0.

It is worth mentioning that, when 2 is a ball, then the above assumption is satisfied
with n = 1 (see Appendix . Under the above assumption, A, (e.)~! is nearly singular.
In view of (3.17)), it follows that

M(ew, B) = M(ew, B) + O(1) = o(detjm).

Therefore, from (3.23)), we arrive at

E(x) - E™(x)\ _ 3z . y oo T E"(0)
(H(x)Hm(xQ ~ 0°wG (2) Ko Mp(ec, B)(V, ¢ )« (Vs dn) . (Hm(o)>. (3.24)

Theorem 1. For |x| > O(0), the following asymptotic expansion holds:

E(.’IJ) o Ezn($) - 3w . . , y T Em(()) 54

(3.25)

13



Remark 3.1. Using the layer potential formulation mn Appendix@ Theorem

can be proved rigorusly by applying to essentially the same method as the one in

j.

Remark 3.2. Note that Ko = 0 ife. = €,,. Moreover, from the definitions of MEFF MIFH NMHE pfHH
and Ko, we can conclude that M, and Ky are independent of the position of particles.

Formula shows that the scattered wave from a single particle behaves similarly

to a pair of resonant electric and magnetic dipole sources in the far-field. These dipole

sources resonate at the set of permittivities €. satisfying detA,(e.) ~ 0.

4 Effective medium theory and double-negative materials

We are now ready to study when we could reach double-negative mode with multiple
dilute nanoparticles embedded into a chiral medium. We first derive an effective medium
theory for a large number nanoparticles embedded in a chiral medium. Some conditions
on the volume fraction and distribution of the nanoparticles are required. Then we prove
that both the effective electric permittivity and effective magnetic permeability can be
negative near the resonant frequencies.

Let Q be a bounded smooth domain. We consider a collection of small identical
plasmonic particles {Q;V };V:gl with size of order §. Each particle can be represented by

Q;V =0B+ zj-v, where zév is the center location of Qév Let

N _ N3 ON
QY =0\ U j:lQ e
We assume that the following assumptions on the distribution of the plasmonic par-
ticles over the domain €2 hold.

Assumption 4.1. There exists a smooth function V such that for arbitrary smooth
functions f and g,

max ]\;;G(ZZN—Z;V) < gé;ﬁ; ) —/QG(Z—ZJNW(Z) ( :(’;((j)) )dz

)

(4.1)
0 asN — +o0.

The scattering problem of electromagnetic waves in a chiral media by the system of
plasmonic particles can be modeled as

. . 3
(V x BN = iwp, HY  in U;-Vzl Qj—v,

V x HY = —iwe, BN in UY QY
2
V x EN =~2 8. EN +iwp, <l<?7:) HY inR3\ U;V:Slﬁjy,

) (4.2)
N _ .2 N _ . Tm N . 3 N3 AN
V x HY =~ B H" — iwepy, <k3m> EY in R*\ U35, Q7

ENXV], = EN X V|4 on 8(2;»\[, j=1,.. N3,

HN><V|_:HN><V’+ on 8997, j=1,.. N3

14



Moreover, the pair (EN —E"™ HN - H in) satisfies the Silver-Miiller radiation condition.
Then, using the layer potential formulation in Appendix [B} the solution (EV, HV)
can be represented as

QN wN 9 QN )

where (o, ") is the solution to

N in
2 |V x F ’(')QN
(jQN +CQN) |:wN:| - |:U > Hin‘aQN:| .

Here, we have used the notations

o = (Y, .., 0Ns),

1/)N = (7/1{\[7 "'71/]]]\\/{3)7

and

N

o 0] =357 3]
j=1

J

for F = QF Q7 and C.
We further assume that all the particles are aligned in a dilute manner.

Assumption 4.2. There exists A > 0 and a > 0, such that
§=AVENTITa,

In this case, the total volume of all plasmonic particles is of order O(63N3) =
O(N—3%), which converges to 0 as N — oo.

One of the most important reason that we align particles in dilute way is that, we
can approximate the scattered field (E — E*, H — H'") by the sum of fields generated by
individual particles, i.e., the interaction between scattering fields from different particles
is negligible.

For simplicity, we also assume that the particle is symmetric so that the tensor
M, (€c, Ro, B) (v, dn)« (v, ¢n)] is proportional to the identity matrix I. More precisely,
we assume that

<Va ¢n>*<yv ¢n>;|' =cnl, (43)

for some ¢, > 0. A more general case can be considered in the same way by assuming that
the particles are randomly oriented and using averaging with respect to the orientation
of the particle (see Remark . When B is a unit ball, one can check that ¢; = 3—7; (see
Appendix [A)).
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For 1 < j < N3, we define

Z#J i#]

Foreach1§j§N3 and z € QV,
EN( Eln +ZESCN

=E"N(z) + E;C N(z). (4.4)

Proposition 1. For each 1 < j < N3 and x € QV,

(Efc’N(x)> = WGz — ) KoM (ee, B)e (Ei,"’N(Za]'V )> PRI

N (2) H™N(2N) ) TV detA,|

4.1 Derivation of the homogenized equation and analysis of effective
parameters

Let us assume that
N73%det A, |~ = O(1), (4.5)

and define

~N . :
Colt - el ) .= AN, KoM, (e, B
(—iw%\é Né\léf > Cniyo n(em )

Then, from (4.4) and Proposition [I} we can see that

EN(z) Enz)\ 1 & v RN [ EN(2N) N3t
() = (i) 13 2 wCla=s) (it ) (o) oty
(4.6)
for z € Q\ (UJ 1Z N). Assuming the homogenized limit (E®, H") := limy_,o(EY, HY)
exists in some sense, we can easily expect that (E", H") satisfies

(1) = (i) + o= (Lo i) (o)) o= men )

where
Eoff iwﬁeﬁ 5 €é\fff zw,ueﬂ
e - =V lim Ry
—iWeeff  floff Nooo \ —iwedy  alk
Straightforward but tedious computations show that the following compatibility condi-
tion holds:

x Emﬁm
€off + B 3

1 — w2empumpB2, _ Em (4.8)
ﬁeff+ ,Um/Bm Hm

1 —wlempmf2,

16



We can conclude by comparing (4.7)) with the Lippmann-Schwinger equation (2.10)),
that the effective electric permittivity €. and magnetic permeability g are determined
by solving the system of three equations

~ Eeff 1
Eeff — - )
¢ Gm(l - w2€eff,ueﬁ"ﬁgff) 1- WQGmUm/B?n
floff = Pefl - !
¢ Mm(l - Wzﬁeff,ueffﬁgﬁf) 11— w2€mlﬁm/872n’
geff _ 6effﬂeffﬁeff 6mﬁm (49)

Nm(l - WQGeHUeHBgff) 1 WQGmMm/BTQn '

Here, Bq is the effective chiral admittance. Note that, due to the compatibility condition
(4.8), the following relation immediately holds:

Eeff eff /Beff . Hm Bm
6m(l - WQEeHMeffﬁgff) 1- WQGmNm/BTQn

ﬁeff =

In fact, the equation (4.9) is uniquely solvable. One can easily check that

~ ~ = ~ i ff + B Y
€eff = €m <(6eff + 'Ym) - W2(€eff + Emﬁm’%n)ue Him m7m> 5

laeff + ﬁm
~ ~ = - g + € o
Meff = HUm <(,Ufeff + ’Ym) - W2(,ueff + Nmﬁm’Ym)W) , (410)
Eeff T Vm
where
o
TR
Therefore, (E", H") satisfies
2
V x B" = 28, B + iwp, <Zh> H' inQ,
h (4.11)

2
VXHh:’y]%ﬁhthiweh (Zh> Eh in Q,
h

with the homogenized material parameters

€off in Q LefEs in Q
€p = ) = .
" €m,y in R\ Q i JT in R\ Q

The other parameters By, vn, and ky, are defined similarly.

4.2 Double-negative effective properties

Here, we show that the effective properties €. and peg can be both negative.

17



Let us first consider the resonant behavior of the matrix

~N . :N
< eefiN M'L]f,eﬁ>
.= ~ )
—WWE g o

when €. is close to €,. Straightforward but tedious computations show that each of
components has the following behavior with respect to e.:

N AN3c €., -1
o = (172 = \)3(1 — Bk (1/2 — A ))2<

) AN=30¢, e k2 32 1

Pt = (173 a1 2R (1/2—)\n))2<ec—e* +om).

c,n

+00)).

*
€c — €in

~ AN3%c,e2 Bm -1

Colr = (1/2 = M)2(1 — BZE2(1/2 — An))2 <ec — e, + 0(1)>’

N AN~ 3acn5mﬂm/6m -1

et = 072 0)2(1 — BZK2,(1/2 — M) <ec —an " O(1>>' (4.12)

Here O(1) means that the remainder does not diverge for any e..

Now we turn to the effective properties ec(y) and peg(y) for y € 2. For the sake of
simplicity of presentation we assume that at y, V(y) = 1. By applying the asymptotics
- ) to , one can check that each of e.g and peg has a removable singularity at
€c = €y In fact, €off (Or o) diverges only when €. satisfies fiegr + ¥m = 0 (respectively
€off +Fm = 0). Let €, [eeqr] (and €7, [perr]) be the value of €. at which e (respectively
o) diverges. Then, it can be easily checked that, for large NV,

€ uler] 7 € + €k O Tmlen AN 3 (4.13)
AR (VPR 0= B 22— x)p |

* o] & € 3 le, ANT3 4.14

Note that

€enltiet] > €y [€cst]-
Now we choose €. such that e is slightly above the two resonant permittivities. More
precisely, we assume the following.

Assumption 4.3. Let 0 < s < 1 be given and assume that
€c = 6* —+ 871 AN_3aCn€m ;5/*1'
or (1/2 = X)?(1 = BREZ(1/2 = An))? ™
If s is very close to one, . is slightly above the resonant permittivity e ,[fef]-

By substituting into and then taking limit N — oo, we have
€eff = —5TVm,
Heft = _Sfym(kmﬁm)Q(l/Q - )‘n)Qa
Eoff = —FmemBm(1/2 = \y),
ﬁeff = —8YmtmBm(1/2 — An).

(4.15)
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So, using (4.10), we finally get the formulas for the effective material parameters as
follows:

/‘mﬂm(l — 8(1/2 — An)) )
1- S(kmﬁm)2(1/2 - An)Z ’

1L_5(1</a,m/;>,n)2(1 = s(1/2= M))). (416)

€off = €mTm ((1 —5) — w2(1 —s(1/2 — )\n))
Heff = Mmﬁm (1 - S(kmﬁm)2(1/2 - )‘n)2 -

Now we can prove that the above effective parameters are both negative as shown in
the following theorem.

Theorem 2. (Double-negative property) Suppose that the permittivity €. of the plas-
monic particle is given as in Assumption [{.3. Then, the effective parameters e.g and
e of the homogenized equation are both negative provided s is sufficiently close to one.

Proof. Since 0 < s < 1, |\,] < 1/2 and k5 < 1, the conclusion immediately follows
from (4.16]). 0

Remark 4.1. Although we assume the shape of the particle is symmetric, our result
can be extended to the case of arbitrary shaped particles. Suppose that the particles
are randomly oriented. Then the average of (v, dn)«(v, ¢n)] over the orientation of
the particle becomes a diagonal matriz as in the symmetric case (4.3)). Therefore, we
obtain in exactly the same manner negative effective permittivity and negative effective
permeability for frequencies near the resonant permittivity €7 ,,.

Remark 4.2. We provide a numerical example in Figure[l. We plot the effective param-
eters eog and peg as functions of .. We setw=1,¢p, =1, 4y =1 A =3, N =125 and
a = 0.965. In the left figure, we use B, = 1.09. Clearly, both the effective parameters are
negative near €, = —2.94455. In the right figure, we change By, as By = 0, which means
that there is no chirality. In this case, only €cg 1s resonant but peg remains as one. This
shows the importance of the chirality to achieve the double-negative metamaterial.

Remark 4.3. The resonance frequency can be determined by the Drude model

2
Wp

€clw)=1— ——""—
() w2 +iTw’
where w, and T are two given positive constants.

Remark 4.4. For simplicity, we assume that €. is real. The analysis in this section
applies to the case where Ime. is sufficiently small.

Remark 4.5. By using the same approach as in [1]), 22, [28], we provide under some
assumptions on the distribution of the plasmonic particles a justification of the derivation
of the effective medium parameters. See Appendiz[C.
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Figure 1: The effective properties of the homogenized media. A chiral media 3, # 0
(left), a non-chiral media S, = 0 (right).

5 Concluding remarks

In this paper, we have first derived an asymptotic expansion of the scattered electro-
magnetic fields by a small plasmonic dielectric nanoparticle in a chiral medium. We
have shown that the plasmonic particle can be approximated by the sum of a resonant
electric dipole and a resonant magnetic dipole. We have also characterized these reso-
nant frequencies in terms of the chirality admittance of the background medium and the
material parameters and the shape of the particle. Then we have obtained an effective
medium theory for materials consisting of a large number of plasmonic nanoparticles
embedded in a chiral background medium. We have shown that the dielectric plasmonic
particles contribute to both the effective electric permittivity and the effective magnetic
permeability. Finally, we have proved that both the effective electric permittivity and
magnetic permeability can be negative near some resonant frequencies.

A Explicit computation for a ball

Suppose that B is the unit ball. In this case, we are able to write out its polarization
tensor M (e., B) defined in ([3.20]) explicitly. In order to do so, we compute the tensor

1
ST (v, YD, Y])]. The following lemma from [3] will be required.
=1

Lemma 1. Forn=20,1,---, we have

1
Yl(j:)? \x|:1,l:—n,~-,n,

* I _

where & = x/|x| and (Y,))j=_p... n are the orthonormal spherical harmonics of degree n
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and order l. Moreover,

(L, Yh, = — Sp[Yvdo(x)
o0

:-/ L yia)ado(a)
0

5 2n4+1"

1
= y!

Since & = (sin 6 cos @, sin fsin p, cos#), and by definition of the spherical harmonic
functions,

>

Yido(2).

on + 1 (n — |I)! |
1 — 1] il
Y, (0,9) : \/ Ir (n+ |l|)!P” (cos@)e"?,

with P,'ll| being the associated Legendre polynomial of degree n and order |I|, we have

Y (0,9) = % %Pll(cos e ¥ = ;\/gsin e,
Yll(ea p) = % %Pf(cos 9)6“" = ;\/gsm fe'®
Y0(0.¢) = 51/ 2 Pl(cost) = ;\/fcosg,
Consequently,
sin @ cos p = 2%(}71—1 +Y11),

where Y,! is the complex conjugate of Y;!. Since {Y'} is an orthogonal basis of L?(9B),
the infinite sum in (3.20) is actually finite, and among all the terms only (v, Y1_1>*,
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(1, Y., and (v, Y}). are nonzero. We can calculate that

1

Z<l/, Yé>*<l/, YT{>I = Z <V7}/ll>*<y7 Yll>>c<T

In =1

3&

(\/ﬁ_i\/%o)+ 0 ] 0 23

9
2/
_fon
1 3
ol |-y | (VE WE )
0
4
-7
27

B Layer potentials for electromagnetic waves in a chiral
medium

In this appendix, we briefly review the results in [I7] concerning the layer potential

techniques for electromagnetic scattering by the particle €2 in a chiral medium.
For s = +1/2, let H*(0S2) denote the usual Sobolev space of order s on 92 and let

H.(09) = {(p € (H*(09))’,v- o = o} .

Let Vya, Voo and Ayq denote the surface gradient, surface divergence and Laplace-
Beltrami operator respectlvely and define the vectorial and scalar surface curl by curlagga =

—v X Vaqe for ¢ € H? (09) and curlpnp = —v-(Vaax p) for p € Hr (89) respectively.
We introduce the following functional space:
Ho2 (div,09) = {go € H?(09), Vo - ¢ € H—é(aQ)} .
We introduce the boundary layer potentials by
SHel@) = | de—vetdots). R,
SE[)(x) = /69 g"(x — y)(y)do(y) for a scalar function 1) € H_%(aﬂ) and z € R?,

Mb ] () = / v() X Va x g5z — y)p(y)doly), =€ o,
o0

el () = v(x) x <k2§5[¢]<x> T VSh[Von - o] <x>>, reon.
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We also introduce the notations
1 1

Al.c = i Q2.c = —1T¢, OQ1m = P A2m = —1Tm,
c m

where 7. = \/fim /€. and T, = \/ o/ €m.-

We consider the Bohren decomposition of (E, H) into Beltrami fields,i.e.,
E=Q1+a2.02, H=0a,.Q1+0Q2 inQ. (B.1)
Similarly,
E* = Q1+ agmQ2, H*=0a1mQ1+ Q2 inR*\Q. (B.2)
We can see that they satisfy the vector Helmholtz equations as
(A + VJQ,C)Q] = 07 in Qa
(A+47,)Q; =0, inR3\Q,

where
km

= wWy/€clim, J=1,2.

_1
We define the operator Q;, for (1, p2) € Hy.? (div,00), by

o) M (17195 X S+ V x V x §F) [ip)] in Q,
Q7j = - . . —_—
72 (1)1 V x SF™ 4+ V x V x 8P [Grpr + Gaga]  in R3\ Q
with (j,4,7 = 1,2, given by
1 Tm 7
— (] m = (1. — B.
11 2( + . ), Ci2 2(7'0 Tm), (B.3)
1,1 1 /) Te
— (= _ = = —(1+ =5, B4
G =5 = 1) Ga= (14 ) (B.4)

Then the solution @Q;, for j = 1,2, can be represented as

1/11]
= 0g. Y] B.5
Qj = Qa,; [¢2 (B.5)
where (1)1, 12) is the solution of the integral equation
%) (V X Em!ag)
+C = » . B.6
(Ja+Ca) (1[)2 v x Hiye, (B.6)

Here, the operator Jq is given by

(o)1 = —Culy™ + LY — Gragmly™ — %(Cn%,m + Y1, — CQro2,mY2,m) ],

(Ja)iz = —CLy™ + aomLE™ — (oo m Ly ™ — %(Cm%,m — a2.c72,c — (22002 mY2,m) 1,
(Ja)21 = —CaLy™ + a1 mly™ — Cianm Ly ™ — %(—Cm’m,m + a1, c71,e + CiarmYL,m) 1,

1
(Ja)22 = —CaLy™ + L& — CoarmLy™ — §(C2272,m —72,¢ + C1200,mY1,m) 1,
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and the operator Cq is given by

Ca)11 = —ClirmMY ™ — Y1,eMY + Gragmy2mME™,

(Ca)i2 = —Croi,mMY ™ + o Y2, MG + (2202 mYo,mMG™,
( ) Y1i,m
(Ca)

N

Ca)a1 = C1v2mME™ — a1.em1,eMY " — CarmyimMy ™,
Ca)oz = —C272.mME™ + 72, ME — G200, mY1m MG ™.
1 1
The operator Cq : Hy * (div,09Q) — H* (div, 0€2) is compact.

Let
Qf = Qa1 +a2.Q02, Qf =a1.Q01 + Qape.

In view of (B.1]), (B.2) and (B.5)), the operator QF (or OH) maps density functions on
0N to the corresponding electric field (respectively, the magnetic field).

C Justification of the homogenization procedure

In this appendix, we provide a justification of the point interaction approximation for
deriving the effective medium parameters. We make the following assumptions.

Assumption C.1. (i) The function 1% defined in Assumption belongs to C’g(Q).
(i1) holds for functions (f,g) € X, where X := C%¥(Q)3 x C**(Q)3 with 0 < a <
1.

We define the operator 7 : X — X by

T() e fot-a (G ) (1) e e

Then, the Lippmann-Schwinger equation can be written as

-7 (1) = (1)

We assume that the homogenized problem (4.11)) is well-posed. More precisely, we
make the following assumption.

Assumption C.2. For given material parameters €. and g with negative real parts
and an incident field (E", H"), there exists a unique solution to (4.11) such that (E —
E™ H — H™) satisfies the Silver-Miiller radiation condition at infinity.

Lemma 2. The following statements are equivalent:

(i) There exists a unique solution to the differential equation (4.11) such that (E —
E™ H — H™) satisfies the Silver-Miiller radiation condition at infinity;
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(i) There exists a unique solution (E, H) € X to the Lippmann-Schwinger equation
where T is given by (C.1)).

Note that, under Assumptions (i) and the operator 7T is Fredholm of index
zero on the set of functions (u,v) € X such that [21]

~ .= 1 : Nmﬁm
v n(2) when(2)) (TR BE YTt ) | (YY) 2o for 2 e q
—iwéeft(2)  flegt(2) — W v(2)

1—w2empmpBE, 1—w?empmfBh,

Let us introduce a regularized operator 7, of 7 by replacing g* with

elklx_yl

gi(z,y) = n>0.

dmlz —yl +n’

It is clear that the operator 7, is compact in X. Using Fredholm’s theory, we have the
following lemma.

Lemma 3. The operator I — T, is invertible with a bounded inverse in X.

Let (B, H]') be the solution to

o ()= ()

Next, assume for simplicity that €é¥f, ﬂé\é, éé\gf, and ﬁé\& are replaced with their limits as

N — 400 and consider the regularized form of (4.6]), that is,
3 ~
EN(:C)> (Em(x)> 18 N < Gt iwfi H) (EN(ZN)>
= in + — ) wGy(x — z; e e N C.2
<HZV(33) H™(z) N3 ]Z_; al i) —iWeer  floff H) (z)) (C2)

for # € Q. Here, G, is obtained from G by replacing g* with glg, and (E;])V(ZN), HN (M)
is obtained by solving the linear system

(M) = o) - 3 o= (L, ) (3D,

‘ =1,

fori=1,...,N3.

To insure the uniform invertibility of (C.3|) with respect to N and 7 (at least for w
small enough), we need some more assumptions regarding {ZJN } in addition to Assump-
tion A2l We assume that

N3
1
NG Yo lGEY =) < eNty
i j=1,i#j
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for some positive constant C'. 3
Define é,]]V and h,];f by éév = Ef; — Efiv and hév = Hf; — HéV Then, we have

({80) - oo (s, ) D)

~ 3 ~
o fe (x_y)( ot z‘wﬂeﬁ> (Ei(y)> By LS e (m_zN)< ot et
Q —iweer  fler ) \Hy(y) NS T\ —iweeft fleff

Therefore, by the same arguments as those in [4, [14], one can prove that
||E7]7V — Eg”co,a(g):a + HHéV — HTI;IHCO,()(Q)3 —0 as N — +oo,

uniformly in 7. Then, since on one hand, E) — EV and HY — HY in Q\ U(zj)é-\fl as
17 — 0 and on the other hand, E,}]‘ — E" and H,}]‘ — H" in Q as n — 0, we obtain the
desired justification of the homogenization procedure.
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