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Abstract

We study the electromagnetic field scattered by a metallic nanoparticle with dispersive mate-
rial parameters in a resonant regime. We consider the particle placed in a homogeneous
medium in a low-frequency regime. We define modes for the non-Hermitian problem as per-
turbations of electro-static modes, and obtain a modal approximation of the scattered field in
the frequency domain. The poles of the expansion correspond to the eigenvalues of a singular
boundary integral operator and are shown to lie in a bounded region near the origin of the
lower-half complex plane. Finally, we show that this modal representation gives a very good
approximation of the field in the time domain. We present numerical simulations in two
dimensions to corroborate our results.

Keywords Plasmonic resonance - Time-domain modal expansion - Subwavelength
resonators - Quasi-normal modes

Mathematics Subject Classification 35R30 - 35C20

1 Introduction
1.1 Context

When describing the interaction of light with a resonating particle, summing the natural
resonant modes of the system is an intuitive and attractive approach. The modes are easily
computed as they are eigenmode solutions to a source-free problem. They are intrinsic quan-
tities of the system and give insights to understand the underlying physics. Once they are
calculated, the response of the system to any given excitation can be computed at a low com-
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putational cost. A bounded, lossless system is Hermitian and admits a basis of orthonormal
eigenmodes associated to real eigenvalues. But for a system that exhibits loss (by absorption
or radiation), the classical spectral theorem cannot be used to diagonalise the non-Hermitian
operator and the eigenvalues become complex [28,33,45].

Several authors have obtained modal expansions for non-Hermitian systems [15,22,25,29,
34,37,38,43,49]. Their use in nanophotonics is quite recent and is studied by many research
groups in the physics community (see the review paper [28] and references therein). Never-
theless, a number of theoretical and numerical issues arise [14,17]. Modes of non-Hermitian
systems are not orthogonal, using classical inner products. In order to satisfy the outgoing
boundary conditions, these generalised modes have complex frequencies with negative imag-
inary parts and, if they decay exponentially in time as t — oo, they grow far away from the
resonating systems. This is known in the literature as Lamb’s exponential catastrophe [40].
Recently, frameworks for the computation and normalisation of these generalised modes
have been established in different settings [21,26,41-43,47].

1.2 Scope of the paper

In this paper we consider the scattering of a scalar wave by an obstacle with dispersive
parameters (described by a Drude—Lorentz model). This is a good model for the scattering
of light by a dispersive obstacle in the transverse magnetic polarisation (see [32, remark
2.1]). We work in a low-frequency regime corresponding to relevant physical applications,
such as the scattering of light in the visible/infrared domain by a metallic nanoparticle whose
characteristic size is a few tens of nanometers.

The goal of this paper is to obtain an approximation of the low-frequency part of the
scattered field by a dispersive obstacle in the time domain as a finite sum of modes oscillating
at complex frequencies.

The tools used are singular boundary integral equations and elementary functional anal-
ysis. In this paper, we do not deal with the high frequency part of the field that is usually
studied with micro-local analysis tools.

1.3 Previous work on plasmonic resonances and layer potentials

It has been shown in [1,6,8] that using boundary integral representation and layer potential
analysis, one can define the resonant frequencies as solutions of a non-linear eigenvalue
problem on the boundary of the particle. In a low-frequency regime, i.e., at frequencies
corresponding to wavelengths that are orders of magnitude larger than the particle’s size,
asymptotic analysis techniques, as in [6], yield a hierarchy of boundary integral equations.
The asymptotic small parameter is wc ™!, where § is the size of the particle, w the frequency
and c the velocity. At leading order the well-known Neumann—Poincaré operator appears
[48]. Using the Plemelj symmetrisation principle and the spectral theory of compact self-
adjoint operators, the latter can be diagonalised in the appropriate functional spaces [24,35],
which allows the scattered field to be decomposed in a basis of orthogonal modes in the
static case [10]. The properties of the eigenvalues of the Neumann—Poincaré operator have
been extensively studied in the literature, see the review paper [13] and references therein.
For a smooth enough boundary, say C 1@ for some « > 0, the operator is compact and its
eigenvalues are real numbers converging to zero. The eigenvalues of the Neumann—Poincaré
operator in the two- and three-dimensional cases are intrinsically different. In two dimensions,
the spectrum is symmetric with respect to the origin (except for the eigenvalue 1/2), so there
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are as many positive eigenvalues as negative. The decay rate of the eigenvalues depends
strongly on the regularity of the boundary. For an analytic boundary, the eigenvalues have
an exponential decay rate [11]. In three dimensions, very few surfaces are known to have
negative eigenvalues [23]. For a strictly convex C° domain, there are infinitely many positive
eigenvalues and a finite number of negatives ones [12]. The eigenvalues rate of decay is much
slower than in two dimensions: A ; = O~ 1%yas j — oo [31].

1.4 Contributions and organisation of the paper

We begin by describing the problem geometry and we formulate the governing equations
in Sect. 2. We introduce the layer potential and boundary integral formulation and recall
the modal decomposition of the static (w = 0) solution. In Sect. 3, we prove that in three
dimensions, for a strictly convex particle, the modal expansion can be truncated due to
the super-polynomial decay of the expansion’s coefficients. With a perturbation argument,
we deduce from the static (w = 0) result a modal approximation in the dynamic case (for a
small non-zero frequency). The perturbation analysis yields size dependent dynamic complex
resonant frequencies. We show that all the resonant frequencies have a negative imaginary
part and lie in a bounded region near the origin. Finally, in Sect. 5, using only elementary
complex analysis techniques, we give an approximation for the low-frequency part of the
scattered field in the time domain as a finite sum of modes oscillating at complex resonant
frequencies. We also show with a simple causality argument that the exponential catastrophe
is not problematic in practice. In Sect. 6, we implement this expansion in the two-dimensional
setting and illustrate the validity of our approach with numerical simulations.

2 Problem geometry and formulation
2.1 Problem setting

We are interested in the scattering problem of an incident wave illuminating a plasmonic
nanoparticle in R?, d = 2, 3. The homogeneous medium is characterised by electric permit-
tivity &, and magnetic permeability 1,,. Let D be a smooth bounded domain in R?, of class
C°, characterised by electric permittivity &.. We assume the particle to be non-magnetic,
i.e., e = Wm. Let D = z + 6B where B is the reference domain and contains the origin,
and D is located at z € R? and has a characteristic size § < 1. We define the wavenumbers
ke = w\/eciic and k,, = o/l Let & = . x (D) + emx (R4\ D), where x denotes the
characteristic function. We denote by ¢y the speed of light in vacuum co = 1/,/eoueo and by
c the speed of light in the medium ¢ = 1/,/&; -

Hereafter we use the Drude model [36] to express the electric permittivity of the particle:

2
gc(w) = g (1 — wp) , (D

w? 4+ iwT™!

where the positive constants w,, and T~! are the plasma frequency and the collision frequency
or damping factor, respectively.

Condition 1 In two dimensions, we assume the domain D to be an algebraic domain of
class Q, i.e., a quadrature domain. An algebraic domain is a domain enclosed by a real
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algebraic curve, namely the zero level set of a bivariate polynomial. A quadrature domain is
the conformal image of the unit disc by a rational function.

Remark 1 Algebraic domains are dense among all planar domains, so every smooth curve
can be described as a sequence of algebraic curves [7].

Condition 2 In three dimensions, we assume the domain D to be strictly convex: for any two
points in D, the line segment joining them is contained in D\ D.

Throughout the rest of the paper, D is assumed to satisfy conditions 1 or 2.

2.2 Helmholtz equation for a subwavelength resonator

Given an incident wave «™ solution to the Helmholtz equation, the scattering problem in the
frequency domain can be modelled by

1
V. —Vux) + o pmu(x) =0, xeR?, )
&(x)
subject to the Sommerfeld radiation condition
A — u™™)
alx|

uniformly in x /|x|, for Rk, > 0. The transmission conditions are given by

— ik (u — u™)

=0 (|x|—(d+”/2) . as x| > oo,

u()|y = ux)|_, x € 9D,
1 du(x) _ 1 dulx)
a v n = g v | x €0D.

Here, 0 - /dv denotes the normal derivative on d D, and the + and — subscripts indicate the
limits from outside and inside D, respectively.

Definition 1 We denote the contrast A by

&m + &

MO = e —e0)

Definition 2 (Resonant frequency, mode) We say w is a resonant frequency if there is a non-
trivial solution to Eq. (2) with u™ = 0. We call the solution a mode. A subwavelength
resonance occurs when a resonant frequency w satisfies wéc™! < 1.

Remark 2 Although the Helmholtz equation does not model light matter interaction in three
dimensions, the spectral properties of the Maxwell volume integral operator are closely
linked to those of the Neumann—Poincaré operator [5,19]. Therefore it is insightful to study
the three-dimensional case. Moreover, the three-dimensional Helmholtz equation models
acoustic waves and after adapting the physical parameters one could use this setting to study
bubbles.

2.3 Layer potential formulation

Let H'/2(3 D) be the usual Sobolev space and let H ™ 1/2(3 D) be its dual space with respect to
the duality pairing (-, -) 1ot The field u can be represented using the single-layer potentials

Sg' and SkDm , introduced in Definition 8, as follows:
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Sk[@](x), xeD,
u(x) =19 . _ (3)
ul(x) + Sy [Wl(x), x € RAD,

where the pair (@, ¥) € H> (0D) x H™> (0 D) is the unique solution to

Spw1(x) — SEI@1(x) = F, x €D,
“4)
L (41 4+ K7 ) 9100 + L (4 - K ") [@10) = o, x €D,
and )
- 1 ou®
Fi1=—u"(x), = ——L(x), x € 90D,
&n OV

where ICIB" "* is the Neumann—Poincaré operator introduced in Definition 8. The trace relations
for the single-layer potential are given in Lemma 6.

2.4 Scaling and small-volume approximation

The goal of this section is to establish an equivalent formulation for (4) in the form
-1 . . . . .
A‘g‘sc [¥] = F (Proposition 1), in order to write an asymptotic expansion of the operator

A%‘SC?I (Lemma 1) and a spectral decomposition for the limiting operator .A% (Proposition 2).
The scaling is new in this context, but the asymptotic expansion and the spectral decomposi-
tion were first obtained in [6]. We recall them here for the sake of completeness. The proofs
are quite lengthy and technical, so they are included in the appendix.

Recall that z is the centre of the resonator and § its radius. We introduce the scaling
x = z+8X. For each function = defined on d D, we define a corresponding function on 9 B
by Z(X):=E(z+6X), X € 9B. The scaling properties of the integral operators are given
in Appendix B. The solution & becomes

- 38K [B1(X), X € B,
qx) =1 e L )
um(z +8X) —i—SSB'" [P](X), X € RY\B,

where the single-layer potential Sg‘g and Neumann—Poincaré operator IC?’* are defined by

the fundamental solution I"%. The density pair (&, %) € H*(9B) x H™2(3B) is the
unique solution to

SPllIX) — S IP1(X) = LFy, X € 9B,
L3+ @0 + £ (31 - k) 18100 = B, x e 0B,
and .
- 4 - 1 ui(z +8X
Flo—u(c15X), Bo_ 000G HX) g
S8&m vy

Since SZ"‘S : H-Y2(3B) — H'/2(3B) is invertible for k.8 small enough (see Lemmas 7
and 10 ), the following proposition holds.

Proposition 1 Ford = 2, 3, the following equation holds for v

AL G = F, 6)
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where

e 1 /1 K8, L /1 ke, % ke8\ 7 ok
.ACEC =7<§I+KB >+ EI—’CB (SB) SB )

Em Ec

~ ~ 1 /1 . =1~
F=PF+— (51 — fched: ) (sgﬁ) (Fi]. )

Lemma 1 (Small-volume expansion) As wsc~! — 0, Ag‘s‘ﬂ admits the following asymp-
totic expansion:

A + (@3c™") log (w8 ™) Ap,1 + O ((@3c™!)?), d =2,

Awﬁc" — (8)
B .A% + (w86_1)2 A2+ 0O ((w50_1)3) , d=3,
where
1 1 1 1
AO — - I I _ o * ,
B <Zsc + 28m> (EC sm) B
Apt = kD g+ (Lo ) &0 (L= Lp,, )
B1=_—Kp, H 2 B)°B 2B\ ¢ e o)
m c m
and )
Em — &c 1
Ap > = I —K%)S, Sga,
B2 Emte <2 B) B B,2
where the operators PH(»;, §B, 81(5;1,)1’ Sp.2 and ICEBI’)1 are defined in Appendix C.1.
Proof See Appendix C.2. O

The operator A‘g‘SKI is not self-adjoint in L? so it can not be diagonalised directly to solve
(6). However, in the static regime, the operator .A% can be expressed simply with %, which
can be symmetrised in the Hilbert space H*(d B) (see Appendix A.2).

Lemma 2 (Spectral decomposition of KC};) K, is self-adjoint with respect to the inner product
(*s “)HxaB)- Moreover, it is compact, so its spectrum is discrete. The spectral theorem yields
the decomposition

+00 N N
B= E :)“j ("¢./>H*(HB) b
o

where {};}jen are the eigenvalues of K, and {aj}jeN their associated normalised eigen-
vectors.

Proposition 2 (Spectral decomposition of A%) The operator A% has the spectral decompo-
sition N
o0

0 ~ ~
Ap = Z Tj <" ¢j)71*(33) b
j=0
where (A, a;j)jeN are the eigenvalues and normalised eigenfunctions of Iy in H* (0 B) and

Tj = (81 - i) (M@) = 1))

c Em
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Proof Direct consequence of Lemma 2 and (9). O

Corollary 1 The spectral approximation of the static (v = 0) solution is given by

- v 1~ ~ ~ _
) = T"(X) = Y —(F. Bl o5 05818;1(X), X € R\B,
j=0"

where F is defined in Proposition 1.

3 Modal decomposition of the field

In this section, we want to apply perturbation theory tools to express the solution of (6) in terms
of the eigenvectors of K, that appear in the spectral decomposition of the limiting problem in
Proposition 2, and to replace 7; by a perturbed value 7; (w8 ¢~ 1). Classical perturbation theory
will give us a Taylor expansion for 7; (wé ¢~ inwdc~! forany j € Nbut the remainders and
validity range of these expansions will depend on the index j of the considered eigenvalue.
In order to get a meaningful expansion of the scattered field we need to work with a finite
number of modes.

3.1 Modal expansion truncation

In practice, there is no need to consider the whole spectral decomposition of the field. It has
been empirically reported that only a few modes actually contribute to the scattered field. The
number of modes to consider increases as the source gets closer to the particle. In this section
we give a mathematical explanation of this phenomenon : the modes $ j are eigenmodes
of a pseudo-differential operator of order —1, and are oscillating functions. As in classical
Fourier analysis, the decay with j of the coefficients (f , 35 i)+ ap) Will be determined by
the regularity of the function F and the number of modes to consider will depend on the
spatial variations of F over 9B. In an homogeneous medium the incoming field is smooth
and therefore we can expect a fast decay of the coefficients.

Remark 3 (On high-order modes) The oscillation rate of high-order modes has been quanti-
fied in the case of smooth axisymmetric inclusions [39]. Moreover, it has been also shown
in that case that the contribution of high-order modes to the electric field outside the particle
decays exponentially as the distance from the inclusion increases. This property has also
been shown in [12]. This suggests that not only high-order modes are not really excited by a
source bounded away from the particle because of their oscillating properties, but they also
do not contribute to the scattered field except in the near field.

Remark 4 1n this work we do not use the exponential decay of the modes far away from the
particle to justify the truncation of the quasi—static modal expansion because the exponential
decay has only been shown for the electro-static modes, i.e., the quantities S% [¢jlas j — oo,
while our expansions uses dynamic modes S7)[¢;]. Nevertheless we think that the property
still holds for w # 0.

3.1.1 The three-dimensional case

Let HS be the standard Sobolev space of order S.

@ Springer



46 Page 80of40 Partial Differential Equations and Applications (2021) 2:46

Proposition 3 For B, a strictly convex domain in R? with C*®-smooth boundary, and Fe
HS(B) for some S € N* we have :

(F. i)y o) = oG~ as j — +oc. (10)

The proof relies on a theorem from [12] which itself uses the computation of the principal
symbol of the Neumann—Poincaré operator done in [30]:

Theorem 1 (From [12], p. 7) For B, a strictly convex domain in R3 with C*®°-smooth bound-
ary, IC% has a finite number of non-positive eigenvalues. We can modify K7 by adding a
finite dimensional smoothing operator to have a positive definite elliptic pseudo-differential
operator of order — 1, which we denote by IE’I‘} For each real number s € R there exist
constants cg, Cy € RT such that

cslBll-1n0m) < WKEIBNgsr1r@m < Cslldllgs-11208) (11
forall 5 € H*~Y2(3 B). Moreover there exists jy € N such that
Kilgi1=Kyl¢;1 and »; >0 forall j=> jo.
Corollary 2 The operatorK} : L*>(dB) —> L*(dB) defined by K3 = (—Sp)? K%, (—Sp)~2
is self-adjoint and has the same eigenvalues as IC},. Its eigenvectors are x; =S B)% [5 il
It can be modified by adding a finite dimensional smoothing operator to have a positive

definite elliptic pseudo-differential operator of order —1, which we denote by IN(E For each
real number s € R there exist constants cg, Cs € R such that

csll@lls1i20m) < 1K G asv12m) < CsllBllas12m) (12)
forall :ﬁ € H*~Y2(3B). Moreover there exists Jjo € N such that
K501 =K5[0,1 and »j >0 forall j=> jo.
Proof K7, has the same principal symbol as K7, [31, p. 8]. O
We will also need the decay estimate of the eigenvalues of K;:

Theorem 2 (From [31]) For B, a strictly convex domain in R? with C®°-smooth boundary
the eigenvalues of the Neumann—Poincaré operator satisfy:

—1/2
Aj~Cpj2
with Cp a constant depending only on B:

o <3W(BB) —271)((88))
B= 1287 ’

where W(dB) and x (3 B) denote, respectively, the Willmore energy and the Euler charac-
teristic of the boundary surface 0 B.

Proof (Proof of proposition 3) _
Consider F € HS(dB). Since K7} is a positive definite elliptic self-adjoint pseudo-
differential operator of order —1 we can write [20, p. 290]:

H*(3B) = K} (H*~1(9B)) @ Ker (K}),
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where Ker (K ) denotes the kernel of K* The symbol @ is to be understood in the L? scalar
product sense. Hence for j > jo:

(F. 8))ye0m) = = (F S81871) 2005,

_ <[«~‘, (—SB)% [1;]]>L2(3B)

=~ (s 1F1. %)

L2(0B)
where we used the fact that (—SB)% is self-adjoint in L2%(3B). Since (—83)% [f] S
HS2 (3 B) we have (—Sp)? [F] = K5[G V] + FL with G € HS2(3B). Then
1 o~ o~ ~. o~
(=so2 1AL T) , = (RGIGO1+ FY. ;)

L2(3B) L2(3B)

FD 1’/7]>

L2(9B) < ker”

— 1, (30, 7))

L2(3B)

Since the eigenvectors of IZE are orthogonal in L2(3B) we have:

(F. Bilreamy = —Hi <5(1)’ Jf>

L2(3B)

We can now write GV = f(;;[@z)] + I::lgr) with G® ¢ HS’% (0 B) and we have

GO J > < G® > .
< v L20B) Vi L2(3B)
Iterating this procedure S — 1 times yields
G, ~.> — 51 <5<S>’ ~.> .
< v 20B)  J v L2(3B)
Hence
T3 SIG® .
(F- $iheoy = —2; <G ’WJ>L2(33)' (1)

We need to control the L2-norm of G5, We can rewrite the orthogonal decomposition as
(—SB)% [F] = (ﬁ’g)s (GO + I?]fér) Composing by I’Zj_; we get:

o~ 1o~ =S+

Kj o (=Sp)? [F1=(Kj)"" [P,
Using the right-hand side of (12) withs = § + % we get

H( k)" [G(S)]”HS“(BB) = Cs+} H (8w} [F] HHS(aB) '

Using S + 1 times the left hand side of (12) with s — % =0,1,..., Syields

( 1.
= 1_[

"

L2(3B) o Cord

<€y (ﬁ ) |sp2 17|

Y()H—

o]

NS+~
R)™ 39
)H( 5 1GY] HS+1(3B)

HS(3B)
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Using the Cauchy—Schwartz inequality in (13) and the fact that ||Jj 298y = 1 (Sp is an
isometry):

~ ~ Sy
’(F ¢ )'H*(BB)‘ =< CAj”F”Hsi%(BB)v

where C = Cg + ( =0 ¢ is independent of j. Using Theorem 2 we can see that for

-1/2

J large enough since A ; ~ C B ] we have:

Tz :—S/2 NI
(B Biheom| = i72CCIFY sy

and since j~5/2C(Cp)S = o (j~5/*) we get the result. o

3.1.2 The two-dimensional case

In two dimensions, the picture is slightly different. The eigenspace associated to eigenvalue
zero can have infinite dimension (it is the case for the disk) and there are infinitely many
negative eigenvalues. As a result, K}, can not be modified into a positive operator by adding
a finite dimensional operator. However, for a certain class of domains, it is possible to show
that there is a finite number of plasmonic resonances. For example, it was shown in [7] that an
algebraic domain of class Q has asymptotically a finite number of plasmonic resonances. The
asymptotic parameter is the deformation from the unit circle. For a larger class of domains
the decay of the coefficients (F, 5 i)#*ap) can be checked numerically (see Sect. 6).

3.2 Modal decomposition

Since the incoming wave is solution of the homogeneous Helmholtz equation in the back-
ground medium, standard elliptic regularity theory gives us u™ € C*(R?). Moreover, the
particle B is assumed to be C*°, so the source term in Eq. (6), i.e., the function F , 1s smooth
on d B. Therefore using Proposition 3 we have a super-polynomial decay of the coefficients
(F, %)H*(BB), and we can consider that only a finite number of modes are excited. The
number J of modes to consider depends on the incoming field.

Proposition 4 Assume that F = 21{21 (f, 51)7—(*(33) &7,- on 0B for some J € N*. The

spectral approximation of the scattered field as wSc~' — 0 is given by

J
- - 1 o~ ~ _ B
w0 — (X = Z 7j(w) (F. ¢-7)H*(GB) 55§m6[¢’./](x)s X e R1\B,

j=0 "7
where
@) 7j + (8c™1) log (wSc ™Vt + O ((w&c*‘)2> L d=2,
T+ @) g+ 0 ((wse )Y, d=3,
with

fj,l = <AB,1$j’ 5])7—[*(33) ) tj,z = (AB,2$j7 5])7_{*(33) s

and F is defined in Proposition 1.
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Proof Note that {a j}jen forms an orthonormal basis of H*(dB). Writing
Al —l—A“"SC—1 —A° [lIN/] = F and using the decomposition of ¥ in H*(0B), U =
B B g p
Pt $;>H*(8B) ¢}, yields the following:
1

— F. ). j=J.
~ ~ ] —1 0 e < JIH*(dB)
(@, ¢’./)H*(33) =1 7+ {(A — AR) ¢;. ¢1>H*(33)
0 j>J.
Using (3) and (8) concludes the proof. ]

For each normalised eigenfunction of %, we consider the corresponding function on 9 D,

i (x) = (xgz>.

Here {¢;} ;e are the rescaled non-normalised eigenfunctions of K7,. Let us introduce

b
19117+ @D)

;=

Since ||$j ll++@B) = 1, we have (see Appendix B)
s a=2.
I 63y, d =3,
Going back to the original unscaled problem:

Proposition 5 As wdc™! <« 1, the spectral decomposition of the field is as follows

J

Z

j:

®D) Sy le/ ) +u™(x), x e RN\D,

u(x) = ; (14)
Z b o) SB 191102, xeD.
Proof The scaling Lemma 11 gives Sj"’ [¢,](X) = 5718y [¢;1(x) for d_= 2,3. From
Lemma 12, we have (F, ;)135) = 5 3(F.¢; )H*(C)D) ford = 3and (F, ;) n+@pp) =
-2 _

872 (F, dj)ypeop) ford = 2. o
4 Plasmonic resonances
4.1 Size dependent resonant frequencies
In this section we calculate size dependent plasmonic resonances. Let j € {0, ..., J}. Recall

that
T + (axSc")zlog (wc ;1 +0 ((wéc*1)2) . d=2,

(@) =
5@ T + (cocSc’l)2 rj,2+(9<(w86’1)3), d=3.

Definition 3 We say that w is a static plasmonic resonance if ’r j‘ =0.
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Definition 4 We say that w is first-order corrected plasmonic resonance if

|7j + (@8c™")? log (wSc™Nzj 4| =0

or
“L’j + (a)(sc_l)z‘[j’zy =0,
with d = 2 or d = 3, respectively.

Remark 5 For j = 0, we have 19 = 1/¢,,, which is of size one by assumption. We exclude
j = 0 from the set of resonances.

For j > 1 we have ’PH(»; [aj] = 35;. Let us define

1 S-lch) 74 %
<(§I_IC};)SB SB,l[d)j]’ ¢j>7—(*(33)’ d:2,
oj = o
(b1 = K5) 85" Suald). 33), .+ d=3

Then, we can calculate

% ()L(w) —Aj+ (w6c_1)210g (w(Sc_l)ozj) +0 ((wt?c_l)z) , d=2,

Al P (M@ =2 + (@) a;) + O ((wse ™)) =

Eméc
Lemma3 We have aj € R and

3

1 e (%
(*j—2) <SB,1[¢/']’ f>—1/271/2’

)(83,2[$j]v _i>_1/2,1/2, d=3.

—_~
>
~.
|
D=

In what follows we use the lower-case character w for real frequencies and the upper-case
character £2 for complex frequencies.

Proposition 6 Using the Drude model (1), the three-dimensional first-order corrected plas-
monic resonances 2% (8) := +82" + i 2"/ all lie in the lower part of the complex plane and
their modulus is bounded. In the case where we take the medium to be vacuum, i.e., &, = &g
we obtain explicitly for |A; + 1/2| > 1072 (this occurs, for example, when B is a ball [2]):

w2 (hj+1/2) T2 T-!

Q= —5— — 5 and 27 =~ -
T+ (@pde™) ey 4[1+(wp80—1)2aj] 2[1"‘(‘01"3671) ‘x/]

Moreover; they are bounded

T! wp/Aj+1/2

—
|1+ (@p8e!) o \/‘1+(w,,5c*1)2aj‘

[£2;] < 2max
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Proof We have that t; (£2;) = 0 if and only if

QF+i T 2758
Ty Mt =l
P
that is
1 22 7”2 1 2 7”2 52 1 7”2
QT;,(QJ — 2] )_E_Wr(‘?j — £2; )?“1—@ i =0
i.Q’.Q”—i—ZQ’.Q”ﬁa‘—i-L.Q’ =0
w%jj jjcsz%Tj_'

Because dw pc’l < 1, we get the desired result. Lagrange improved upper-bound for roots
of polynomials concludes the proof [27]. O

Definition 5 In three dimensions, we define the resonance radius as

R(§) := max max 2 it
jell,...,J} ‘1 + (a)p6c—‘) aj‘ ‘1 + (wp6c—1)2 aj

‘1/2

Remark 6 This resonance radius gives our method a range of validity. We compute resonant
frequencies in a perturbative quasi—static regime. So by checking that

1
RSS! < =,
(8)sc <2

we ensure that the largest plasmonic frequency lies in a region that is still considered as
low-frequency for a particle of size §. If we pick the size to be too large, namely such that
R(8)8¢~! is bigger than one, it means that the method is not self-consistent, as the largest
resonant frequency might not satisfy the wsc™! < 1/2.

Proposition 7 In vacuum, and using the Drude model (1), the two-dimensional first-order

corrected plasmonic resonances are the roots (‘Q./)l <j<s € C of the following equation

QF+i T e »

T—E—)\j—l—(ﬂjéc ) log(.Qj(Sc )aj=0. (15)
p

Remark 7 We can compute an approximation of the roots of (15) by computing in the first

place the static resonances (£2;, ;) 1<j<s Solving 7; = 0 yields

of —+ 1.2 (5 1 1 i
si = \M L) T am T

Replacing the dynamic frequency in the logarithm by its static approximation, we transform
(15) into the quadratic equation

224i2,T"
L s+ (25 Tog (2,5 oty = 0.
p

@ Springer



46 Page 14 of 40 Partial Differential Equations and Applications (2021) 2:46

We get

—iT \/460% (1 +1/2) [1 + a; (@p8c") og (258¢ )]

2 (14 aj (@pde) log (2581 )]

Q7 () = (16)

Definition 6 In two dimensions, we define the resonance radius as

27!
R(§) :== max max 5 ,
Jell..... J} ‘1 + aj (wpdc=") log (ijSC—l)‘

20p\/0j +1/2

12
|1+ aj (@psc=1) tog (25¢1)|

4.2 Plasmonic quasi-normal modes

Quasi-normal modes are formally defined as solutions of the source-free wave equation
[28]. Using the representation formula (3), we can now define, as in the physics literature,
plasmonic quasi-normal modes (ej#)jeN that oscillate at complex frequencies .jS 8):

9/.*(5)5-—1 =

i Sp [p;]1(x), x e RA\D,
€; (x) = @k 0 Jo (17

Sy’ [p;1(x), x e D.

These (e;!t) jeN solve the source-free Helmholtz equation and satisfy the radiation condition
at infinity, but they diverge exponentially fast as |x| — oo.

Remark 8 1In the physics literature (see [28, equation (1.1)] for instance) one can often find
representations of the scattered field in the form

u(x, w) = Zaj(uin, w)e;‘L(x),

J

where o are excitation coefficients depending on the source and independent of the space
variable x. The first problem of these representations is that the eigenmodes diverge expo-
nentially and a renormalisation process is necessary. Numerical instability will appear far
away from the particle. Even though the study of these modes individually can give physi-
cal insight to a system (like for example by studying the mode volume quantity [16]), they
cannot be used in frequency domain representation formulae to solve the scattering prob-
lem. Moreover, this type of representation formulae is a generalisation of the well-known
eigenmode expansions for waves in bounded domains with classical Dirichlet or Neumann
conditions. For these formulae to be valid one needs to address the question of completeness
of the eigenbasis. Here we have shown the completeness of the charge distribution modes on
the boundary of the particle only. Moreover, our perturbative analysis only holds for a finite
number of modes and cannot be used to show completeness of the perturbed modes as soon
asw # 0.
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5 Time domain approximation of the scattered field

In the following section we show that even though they are irrelevant for frequency domain
representation, quasi-normal modes can be used to approximate the field in the time domain.
The idea is to get around costly time domain computations by pre-computing the modes
of the system and then expressing the response of the system to any source in terms of the
modes. In the physics literature (for example [28, eq. (1.2)]) the field in the time domain is
expressed under the form

uCx, 1) =R Z,Bj(t)e;t(x). (18)
j

The problem with this type of expansions is that if |x| is big then e;!E (x) is exponentially large
and the computation of u(x, t) is not very stable if the modes are pre-computed.

We will show in this section that it is possible to express the scattered field in the time
domain in a similar expansion, but with non-diverging, pre-computable quantities similar to
the quasi-normal modes.

5.1 The three-dimensional case
Here we state the main result of the paper, Theorem 3, and discuss the result.
5.1.1 The modal approximation

Let I'n (-, 5), .., the Green’s function for the Helmholtz equation introduced in Definition 7,
be the incident wave ™™ in three dimensions. Given a wideband signal f Tt f(t) €
Cgo([O, C1]), for C; > 0, we want to express the time domain response of the electric field
to an oscillating dipole placed at a source point s. This means that for a fixed § we can pick an
excitation signal such that most of the frequency content is in the low frequencies but large
enough to excite the plasmonic resonances. We can pick n < 1 and p > R(§) such that

/ |f (@) *do < 1,
R\[—p,p]

where f : w +— f(w) is the Fourier transform of f In practice we take p = R(8). The
incident field has the following form in the time domain:

Fle—x —sl/c)
4 |x — 5| ’

" (x, 1) :/ ré(x,s)f(we “do =
R

The goal of this section is to establish a resonance expansion for the low-frequency part of
the scattered electric field in the time domain. Introduce, for p > 0, the truncated inverse
Fourier transform of the scattered field #5 given by

P .
P, [usca] (x,1) := / > (x, w)e “dw.
-p
Recall that z is the centre of the resonator and § its radius. Let us define

1
15 (s, x) 1= — (s —zl+ =2 £28) £ C),
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the time it takes to the wideband signal to reach first the scatterer and then the observation
point x. The term £25/c accounts for the maximal timespan spent inside the particle.
Recall the spectral decomposition in the frequency domain (Proposition 5) for x € R3\D:

w4 (x, w) = (u — oy (x w) =

(0D) [%)[@/](x)

||M\

Theorem3 Let N € N. The scattered field has the following form in the time domain for
x € R3\D:

P [ sca]( ) 0(64 7N) = t()_;

u X,1) = i

£ 2mi Z/ 1C9¢(8)(F QDJ)H*((;D)C (x)e 2 (8)t+0< N), > IJ.
19)

The complex numbers Q;t (8) are the resonant frequencies given by Proposition 6. The
fields e are the classical quasi-normal modes defined in Sect. 4.2. C () 18 a constant
J

depending only on j, the size § and the model for e.(w):

(2@’ +ief T - })

L+ (wpse ) o) (@F0) - 27 @)

CQj_i(B) = 8()<

Remark 9 The resonant frequencies { .jS (©)) }1 —, have negative imaginary parts, so The-
<j<
orem 3 expresses the scattered field as the sum of decaying oscillating fields. The imaginary

part of .Q;t(c?) accounts for absorption losses in the particle as well as radiative losses.

Remark 10 (About the remainder p) Since for a particle of finite size § our expansion only
holds for a range of frequencies w such that wdc~! < 1, we cannot compute the full inverse
Fourier transform and we have a remainder that depends on the maximum frequency that
we can use. Nevertheless that maximum frequency p behaves as ¢/§ and we can see that the
remainder gets arbitrarily small for small particles. For a completely point-like particle one
would get a zero remainder.

Remark 11 If we had access to the full inverse Fourier transform of the field, of course, since
the inverse Fourier transform of a function which is analytic in the upper-half plane is causal
we would find that in the case t < (|s — z| + |x — z| — 28) /c, U (x, t) = 0. Nevertheless,
our method gives the resonant frequencies only in the low-frequency regime. Therefore we
only have an approximation for the low-frequency part of the scattered field, which does not
have a compact support in time. Nevertheless, as shown in the numerical section 6.4.5, the
low-frequency part of the scattered field is actually a good approximation for the scattered
field. There does not seem to be any resonant frequencies for @ > R(8). This is highly
non-trivial and we do not have a mathematical justification for that. Physically though, it can
be explained by looking at the Drude model and noting that when @ — o0, e(w) —> 1. The
metal does not really interact with light at high frequencies.
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5.1.2 Alternative formulation with non-diverging causal quasi-normal modes

Even though Ie;.t (x)] —> oo when [x| — o0, no terms diverge in (19). Indeed we can
rewrite:

49}#(5): 71':2_1.*(5):;[1'9].*(5)(;710)

e;c(x)e = e;c(x)e

_io* _ _ —1 i 08 (1t
=ef(x)e 127 O)(Is—zl+lx—z|+28)c ™' +C1 ,—i 25 ) t—1)

—iQE@)x—zlc™! —iQF©) -1
= Cyn s (x)e j Ohmale (127 Oy,

where Cin s depends only on the incoming field and the particle size. We can define the
following causal plasmonic quasi-normal modes (Ejt) jeN at the complex frequency .jS 8):

2F@¢)c! o)y |1 _

. SD'/ ®)c [(pj](x)e l.Qj ®)|x—zl|c L xe Rd\D,
Ej (x) = 28y /o (20)

Sp’ [pj1(x), xeD.

Remark 12 When referring to Eij, the term mode is inaccurate, as EJi does not solve the

Helmholtz equation. But since the (E f) jeN are built from modes with a complex phase
correction, we still call them modes in a loose sense of the term.

Theorem 3 can be re-stated:
Theorem 4 (Alternative causal expansion)
O (8*p™N), t=<ty,
) ot +
2t Y1y Bl EF (e SO Lo (£p7N) 1z g,
(21)

Pp [usca] (x, t) —
i —i2F @) (Is—z]+28)c™ " +C
where ﬂ?(u”’) = C_jS(s)<F’ @)1 (o D)ye 1827 (8)(Is—z|+28)c s

Remark 13 Expansion (21) has exactly the same form as the representation formula found in
the physics literature (like Eq. (18)) but without any exponentially diverging quantities. The
Eji can be computed independently of the source, just like regular quasi-normal modes.

5.2 Proof of Theorem 3

Before we can prove Theorem 3 we need the following lemma:

Lemma4 As wdc™! — 0, F defined in (7) admits the following asymptotic expansion:

6 c 8"’[

Proof See Appendix C.3. O

Foo =+ [s (i - i) vy - VIkn(Gz — )+ 0 ((a)(Sc_l)z)] . xedD. (2

Proof (Proof of Theorem 3) We start by studying the time domain response of a single mode
to a causal excitation at the source point s. According to Proposition 5 we need to compute
the contribution Z'; of each mode, that is,

o )
/ Ej(x,w)e_"‘”dw
—p

P 1 ® e —iwt
= VP O f @) S o] e o,

p M) — A (@d) H*(3D)
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where A (w8) := Aj — (a)Sc’l)2 aj+ 0 ((wSc’l)B). One can then write:

(VF%(Z, $) V() f (@), ¢j>H*(3D) $p [¢]

=/ “‘”( : ig) (ij)/ WIWOID) i D o (1)do ),
ad

lz—sl ¢ 2/ Japxap 1672 |x = yllz — |

where we used <v, (pf>H*(3D) = (1/2 — )Lj)<x, (pj>% 1 [6]. Since (v, po)s+py = 0, the
zeroth term vanishes in the summation.
Now we want to apply the residue theorem to get an asymptotic expansion in the time

domain. Note that:

P . . ‘
/ Ej(x, a))g—twtda) = f Ej(x’ .Q)e_l'Qtd.Q _/ Ej(x, Q)E_IQtdQ,
—p c* ct

where the integration contour C;t is a semicircular arc of radius p in the upper (+) or lower
(—) half-plane, and C* is the closed contour C* = C;t U[—p, p]. The integral on the closed
contour is the main contribution to the scattered field by the mode and can be computed using
the residue theorem to get, for p > S}i[.jS )1,

?§ Ei(x, 2)e” 142 =0,

ct

f Ej(x. 2)e 7242 = 2iRes (Ej(x, Q)e 121, Qj.:(a)).
-

1
Since .QT—L((S) is a simple pole of @ > —————— we can write:
J Mw) — 1 j(wd)

. P
7§ Ej(x, 2)e 142 = 2miRes (E‘,-(x, Q), Qf(ﬁ)) PR

To compute the integrals on the semi-circle, we introduce:

4 _ o A—12 [ vp; (0)g; () 2
B’(y’”’m‘A(w)—x,-<m>(|z—s| lc)/auxau 62l —yllz—s] 0 OP"

Note that B; (-, -, £2) behaves like a polynomial in §2 when |§2| — oo. Given the regularity
of the input signal fe C5 ([0, Cy]), the Paley—Wiener theorem [46, p. 161] ensures decay
properties of its Fourier transform at infinity. For all N € N* there exists a positive constant
Cy such that for all 2 € C

|£(2)] < Cn(1 +|2]) N eC1ISEDI,

Let T := (]x — y| + |s — v|)/c. We now re-write the integrals on the semi-circle:

/i Ei(x, 2)e 4@ = /i f(_Q)/ B;(y, v, 2)e'?TDdg (v)do (y)ds2.
c & dDx3D

P
We have thatf, +Cy < T < t(;r — Cy. Two cases arise.
Case 1:For0 < t < t; ,i.e., when the signal emitted at s has not reached the observation point

x, we choose the upper-half integration contour C*. Transforming into polar coordinates,
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2 = peie for 6 € [0, 7], we get:

ei.Q(T—l‘) < e—(to_—l"rC])f:i(.Q) V(y, U) c (aD)27

and
/ Ej(x, 2)e 140
s

T - . .
5/ p|f (pe®)| e —f+Cl>sm9/ 1B (v, v, pe”) | do ()dor(3)d6.,
0 IDxdD

‘0 1 — e Py 1)
B/ ('7':)061 )H T
L>®(@DxdD) p(ty —1)

where we used that for 6 € [0, /2], we have sinf > 20/7 > 0 and —cosf < —1+420/x.
The usual way to go forward from here is to take the limit p — o0, and get that the limit of
the integral on the semi-circle is zero. However, we work in the quasi—static approximation
here, and our modal expansion is not uniformly valid for all frequencies. So we have to
work with a fixed maximum frequency p. Since N can be taken arbitrarily large and that B;
behaves like a polynomial in p whose degree does not depend on j, we get that, uniformly

for j € [1,J]:
sy
=0 — 0 .
ty —1t

Of course if one has to consider the full inverse Fourier transform of the scattered electro-
magnetic field, by causality, one should expect the limit to be zero. However, one would need
high-frequency estimates of the electromagnetic field, as well as a modal decomposition that
is uniformly valid for all frequencies. Since our modal expansion is only valid for a limited
range of frequencies we get an error bound that is arbitrarily small if the particle is arbitrarily
small, but not strictly zero.

< pCy(1 “Ns* ma
<pCy(+p) 06[0;([]

- —if
/;+ Ej(x, 2)e7 "2
P

Case 2: For t > t(;r , we choose the lower-half integration contour C~. Transforming into
polar coordinates, £2 = ,oe“9 for 6 € [, 27], we get

el‘_Q(T_[) < e(l—t;—cl)g(g) V(y’ v) S (8D)27

and

’/_ Ej(x, .Q)em’d.Q’
Co

2w . .
5/ p‘f(,()619)‘@%)([7’8—76‘1)51119/ ‘BJ (y,U,pele>‘dO'(U)dO'(y)d9,
T dDxdD
| — e Pt)
pt—td)
Exactly as in Case 1, we cannot take the limit p — oo. Using the fact that N can be taken

arbitrarily large and that B; behaves like a polynomial in p whose degree does not depend
on j, we get that, uniformly for j € [1, J]:

) 54
V Ej(x, Q)e"md!)’ =0 <7,0_N> )
cy

= pCN(1+'O)_N84 eerf}aé‘n] H Bj ( " ’Oei0> HLOO(anaD)T[
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The result of Theorem 3 is obtained by summing the contribution of all the modes considered.
o

Remark 14 The fact that we work with a finite number of modes is necessary for the pertur-
bation theory of Sect. 3 but also in this section. Indeed, if we consider all the modes there
is an accumulation point in the poles of the modal expansion of the field, and therefore we
cannot apply the residue theorem.

5.3 The two-dimensional case

In two dimensions, the Green’s function does not have an explicit phase term, so we need
to introduce another asymptotic parameter € > 0 to be able to use the large argument
asymptotics of the Hankel function. Our new truncated inverse Fourier transform of the
scattered field u5® given by

, P ,
P, [usca] (x,1) = / > (x, w)e "'dw + / > (x, w)e “'dw.
—p B

—€

This allows us to define a notion of far field. A point x is far from D if €|x —z|c™! > 1. We
can now add two additional hypotheses:

— the source is far away from the particle (or equivalently, the incoming wave is a plane
wave)
— the observation point is far away from the particle.

The incident field has the following form in the time domain:

. —~ d-x
u(x,t)=f (t — —) . (23)

Cc

Besides these two assumptions and a difference in the order of the remainder, the result
in two dimensions is essentially the same as in three dimensions.

Theorem5 Let N € N. The scattered field has the following form in the time domain for x
far away from D:

sca o (S'O_N) ’ t= l(;’
Py [u*] (x, 1) = i) 5 N ¥
2mi Z -1 CQi(S) (F, (pJ>H*(3D)€ x)e I+ 0O (;,0 ) t>ty,

(24)

with .Q/.i(S) being the plasmonic resonant frequencies of the particle given by Proposition 7.
(o Q.i(S)‘ is a constant depending only on j, the size § and the model for e.(w):
J

(20’ +ief T - })

L+ (oppe) tog (@31 ) ay) (25 6) - 27 ®)

c =e
O] 0(

Proof The proof is quite similar to the three-dimensional case. It is included in Appendix D
for the sake of completeness. O
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() (b) (¢

Xa Xy | Xa,
| D | |
| B=—" 1 D | D
| 1 B=— | ==
| 6 | 6 | B 5
,,,,,,,,,,
! X1 ! X1 } X1
I I I
| - o |
¢(0) =2 (e” + 0.066¢ ) (f) +(X2)? =1 0=2+0.6cos(50)
0<f<2r 0= X?+ X3

Fig.1 Sketch of the three reference domains: the rounded diamond (a), the narrow ellipse (b) and the five-petal
flower (c)

6 Numerical simulations

The goal of this section is to illustrate the validity of our approach and to show that the
approximation seems to be working with less restrictive hypotheses than the ones in Theo-
rem 5:

— for more general shapes (non-convex or non-algebraic)
— closer to the particle (outside of the far-field approximation).

For these simulations we build upon the codes for layer potentials developed in [44].

6.1 Domains and physical parameters

Throughout this section, we consider the three domains sketched on Fig. 1 to illustrate our
results:
Rounded diamond.:

The rounded diamond (a) is defined by the parametric curve ¢ () = 2 (eie + 0.066¢ 3 9),
for6 € [0, 2x]. Itis an algebraic domain of class Q from [7]. This shape satisfies condition 1,
as well as the hypotheses of Theorem 5.

Narrow ellipse:

The ellipse (b) semi-axes are on the X - and X,-axes and are of lengtha = 1 and b =5,
respectively. It is algebraic but not asymptotically a circle in the sense of [7].

Five-petal flower:

The flower (c) is defined by ¢ = 2 + 0.6 cos(560) in polar coordinates. It has Cartesian
equation

512 _ g

0.5(X2+ x3)° —1.5X, (X2 + X2)*+6X3 (X2 + X3) —4.8X5 (x2 + X2)’ - (x2 + X2)
in the rescaled (X1, X») plane. So it is not algebraic (due to the non-integer power of the last
term) and not convex. We have no theoretical results on the number of modes that radiate.

All three domains D = z + §B are centred at the origin (z = 0) for simplicity. We set
the size of the nanoparticle to be 8 = 10~ m. The numerics are performed on the rescaled
domain B and the homogeneous medium is taken to be vacuum (e, = €o and w,, = o).
The physical parameter values are summarised in Table 1.
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Table 1 Physical constants and

parameters values Symbol Magnitude
@p 2 x 1019 Hz
T 10~ 14g
€0 8.854187128 x 1012 Fm~!
Ko 47 x 1077 Hm™!
8 10~8 m
d (1/¥/2.1/2)
N 0,0)

0 T T
—o— Ellipse —6—Ellipse
Flower Flower
—<— Diamond —o— Diamond
le-4 ¢ 4
"
<
L —~
3 le-5 ; le-8
[5=N =
s a3
S 3o
> %
é/ le-12
le-10 le-161 o-6--09-06¢
0 5 10 15 20 25 30 0 5 10 15 20 25 30

Fig.2 We illustrate on a logarithmic scale the fast decay of the modal expansion terms by plotting the scalar
L~ Se—l ~
products (v - Vu'™, @j)H*@B) on panel (a) and the modes S(g” ¢ [¢;1(X) on panel (b), against j, for

1 < j < 30, for the diamond, the ellipse and the flower

6.2 Modes contribution decay

It was shown in Sect. 3.1 that the scalar products (f , 5 )1+ B) decay very rapidly when
d = 3. In a two-dimensional setting, the theoretical framework is not as clear, but we check
numerically that the contribution the modes decrease quite fast with j. Recall that the weight
of the j™ mode is given by the scalar product (F , $ i)H*@B), Which, in a low-frequency
regime, can be approximated as (v - Vuin, 5]- )1*(3B) (see Lemma 15). On panel (a) of Fig. 2
we show on all examples that (v - Vi, 5 )1+ B) decays as j grows. We average over all
possible directions d of the incident field. Panel (b) of the same picture shows that the modes
themselves, Sg” et [5 71(X), decrease as j increases. We average here over all observation
positions, X belongs to a circle of radius 100 centred at z = 0.

6.3 Plasmonic resonances
We plot the first-order corrected plasmonic resonances with positive real parts on Fig. 3. The

resonance radius R(8) from definition 6 is drawn as a red vertical line on the three subplots
and is shown to encompass all the low-frequency resonances.
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(94 x10'°
05 1 15 2 25 3 35 4 *
-4 T T T T T o I
i
a) o L 1 i
(@) o s OO R(8) A
-6 1 1 1 L .
6 1or |
92 x10%
0.5 1 L5 2 2.5 3 3.5 4 *
-4 T T T T T T I
.
(b) @ 5L O O oCmm@mPOO O R(§) 4  ~=====0 === === >
-6 1o 1 1 ! 1 1 3
(94 x10%°
0.5 1 15 2 25 3 3.5 4 +
-4 T T T T T T I
(e) ' -5t W Sk Fok R(6) A N
1
-6 o 1 ! 1 1 1 :
i

Fig.3 We plot, for the diamond (a), the ellipse (b) and the flower (¢), the two-dimensional first-order corrected
resonances with positive real parts from (16): !2;' ) = .Q; + i.Q}’ ,for j =1,...,20. These resonances lie
in the lower part of the complex plane and their real part is between wp /4 and wp (and smaller than R(8)).
Their negative counterparts are symmetric with respect to the imaginary axis

Table 2 Validity check

B R(5) R(8)sc™!
Diamond 3.0117¢ + 15 0.1005
Ellipse 3.6228¢ + 15 0.1208
Flower 3.3806¢ + 15 0.1128

We can then verify a posteriori that our choice of size § is consistent by checking that
R(8) is still in the low-frequency region, see Table 2.

6.4 Validation of theorem 5

In this section, we validate the two-dimensional approximation of the scattered wave in the
time domain given in Theorem 5 by plotting the asymptotic result against full numerical
simulations.

We sketch the simulation setting with the ellipse in Fig. 4a. We define three observation
points A, B and C on a circle of radius 150 nm (| X| = 15) and one observation point D on
a circle of radius 3000 nm (| X| = 300). They are characterised by their angle with respect
to the x-axis: 4 = 0°, 0p = Op = 45°, 6¢c = 90°. The nanoparticle is illuminated by a
plane wave of the form u"(X) = efkmd-0X f(w) where f is the Fourier transform of a bump
function compactly supported in the interval [0, C;], with C; = 8 fs. We plot the time domain
incoming wave in Fig. 4b. To ease the notations we drop the tilde subscript in the following
and write u(X) instead of u(X).

6.4.1 Reference solution

We call reference solution the low-frequency part of the scattered field in the time domain.
We first uniformly discretise our frequency domain I, in L = 10* points, with
() = [—psc™!, —esc MU [edc™ !, psc™™!]

= [~wpdc™!, —w,8c¢7 /41U [w,8¢7! /4, wpde ™!,
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(a) (b)

Xy
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; 0 ! : A S ' '
150nm 10 11 12 13 14 15 16 17 18
3000mm Time (fs)

Fig. 4 Not-to-scale sketch of the simulation setting for the ellipse on panel (a). The observation points A, B
and C are placed on a circle of radius 150 nm (| X| = 15) centred at the origin, while observation point D is
placed in the far-field on a circle of radius 3000 nm (| X| = 300) at angle 6p = 45°. On panel (b) we plot the
time domain incident wave 7' (x, t) from (23) at x = 3000 nm

by setting w; € I(w) such that:

—psc™l = w <o <<l = —edc 1,

-1

/ / / —1
€cT  =w) < <wp_| <wp =psc ",

with wy, | — o = (p — €)8c¢' /L forevery [ € [-L — 1, —1]U [1, L — 1]. We compute
the scattered field in the frequency domain using the representation formula (3). The single-
layer potential is approximated using N = 28 equally-spaced discretisation points along the
boundary 8 B. We define the dimensionless frequency @’ = w8c™'. The reference solution
is computed by taking the truncated inverse Fourier transform

L
PP,G [usca] (X, 1) ~ ? Z (e—iw/_,L'S’ltusca (X, lec871) + e*ia);csf'lusca (X, w20871)> )
=1

(25)

6.4.2 Asymptotic solution

The expansion is obtained by summing the first J/ = 30 modes. Using Theorem 5, the modal
approximation of order J becomes:

d QO +i2F O T —a?) (F. 3
Uj(X,t) =2mi Zeo ( J . 1 wl’>< ®j)HB)
j=1 (1 + (w,,Sc_l) log (Q:j50_1> aj) (_er(a) B .Q;(B))

2F@)sc! ~ it
X(SSBJ (8)dc [¢j](X)efl'Q-" &)t
_ 2 P — T 7
(.Qj & +i2; OT l—wf,) (F,$j)n+@8)

(14 (@poc1) tog (27 5¢7 ) ;) (27 ®) - 27 9))

(26)

270)sc! ~ o
x68," 1300 (‘”’).
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Mode 6 Mode 7

T
0.03 |- : to ty — Reference solution | |
| < Asymptotic solution

. . . . . . . .
0 10 20 30 10 50 60 70 80 90 100 Ai = A5 = 0.0584
Time (fs)

Fig. 5 The real part of the reference solution (blue line) from (25) against the real part of the asymptotics
(orange symbols) from (26) for the diamond, from observation point X = D. The four modes with the largest
amplitude are shown on the right (order left to right, up to down)

The simulation results are shown in Figs. 5, 6, 7 and 8 . To corroborate our pole expansion,
we plot the real part of the reference solution (25) against the real part of the asymptotic one
(26) for the different domains and from different observation points.

6.4.3 Comparison in the far-field for the diamond

We begin with the diamond, since it is the shape that satisfies the hypotheses of Theorem 5.
Figure 5 shows the field scattered by the diamond, measured in the far-field at position
X = D. The reference solution is nicely approximated by the sum of four modes (4, 5, 6 and
7).

6.4.4 Extension to a nearer-field for the ellipse and flower

Figure 6 shows the field scattered by the ellipse, measured at position X = A on panel
(a) and X = C on panel (b). In both cases the time domain scattered wave (blue line) is
well approximated by the sum of decaying modes (orange symbols). Although we compute
the first 30 terms of the modal expansion, the actual number of modes which contribute
significantly to approximate the reference solution is much smaller. Indeed, only 1 mode is
necessary to reconstruct more than 99% of the signal in Fig. 6.

When the observation point is at X = B, we illustrate in Fig. 7 that two modes are needed
to match the reference solution for the ellipse. Mode 1, corresponding to a dipole which
radiates most of the energy along the x-axis, is associated to the eigenvalue A; = 0.33.
Mode 2 corresponds to the dipole which radiates most of the energy along the y-axis and
is associated to the eigenvalue A; = —0.33. Mode 1 oscillates slightly faster than mode 2,
resulting in the double oscillation visible on the lower plot. These numerical simulations are
in line with [9]. Even relatively close to the particle (the observation distance is about a tenth
of the wavelength), only two modes radiate in the far-field.

Figure 8 shows that even for the non-algebraic flower shape, the scattered wave (blue line)
is well approximated by the sum of a small number of decaying modes (orange symbols).
As anticipated by Fig. 2, the modes decay being faster for the ellipse than it is for the flower,
a larger number of modes is needed for the latter. In Fig. 8, eight modes were needed to
reconstruct more than 99% of the reference solution (and five modes sufficed for 95%).
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(a) X =4 by X=C

0.2

0241t :tar Reference solution (4 ty : t0+ Reference solution
© Asymptotic solution 0.15 © Asymptotic solution |4

0.15}F

0.1}
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X, 1)

RP, 0] (X, )
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-0.2
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o
T g

Time (fs)

Fig. 6 The real part of the reference solution (blue line) from (25) against the real part of the asymptotics
(orange symbols) from (26) for the ellipse, from observation point X = A on panel (a) and X = C on panel

(b)

0.1} Mode 1 Mode 2 @
0.05
0F
-0.05
-0.1F

. . . . 0.1 . . . .

0 20 40 60 80 0 20 40 60 80

Time (fs) Time (fs)

— TTF T T -
to I tg —— Reference solution
© Asymptotic solution

0.2

RP, Ju](X,t)

Time (fs)

Fig. 7 The real part of the field scattered by the ellipse and observed at point X = B is the superposition
of two dipoles modes. The modes (upper panels) oscillate at different frequencies. On the lower panel, the
reference solution from (25) captures well the expansion from (26)

6.4.5 About the high frequencies

On Fig. 9 we show that the low-frequency part of the time domain solution is actually a good
approximation of the full solution, as mentioned in Remark 11. It is completely non-trivial,
as we have no information on the localisation of poles for the resolvent in the frequency
domain outside the low-frequency range. It seems that there are no more resonances in the
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Ity t(_)'- —‘Reference‘solution
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A7 = 0.1786 As = —0.1786 Ag = 0.1786 A6 = —0.0269 A9 = 0.0269
Fig.8 We plot the real part of the reference solution (25) as a blue line against the real part of the asymptotic
one (26) as orange symbols for the flower. The observation point is at X = A (shown on the not-to-scale

inset). The five modes with the largest amplitude are shown on the bottom (order left to right)
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T T T
—— Reference solution
= = Large frequency solution

1
-0.01 - :
1
-0.02 1|
1
1
0.03 1,
1
20.04 L | 11 | | | | I I I I
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Time (fs)

Fig.9 Reference (low-frequency) solution (computed with p = R(§)) against large-frequency solution (com-
puted with p = 100R(§))

high-frequency range due to the dispersive nature of the material. This will be investigated
in future work.

6.4.6 About the computational cost
We note that, because a small number of modes usually suffices to approximate the reference

solution, the computation cost of the asymptotic solution is relatively cheap. The time needed
to compute the reference solution and the asymptotic one are linearin L(= 10*) and J (= 30),
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respectively. Thus, the time to compute the asymptotic solution is much smaller than the time
to compute the reference solution, namely, a hundred times smaller. Moreover, the modes
can be pre-calculated and one can compute at a low cost the response of the particle to any
given illumination in the time domain.

7 Concluding remarks

In this paper, we have shown that it is possible to define quasi-normal modes (similar to
the ones found in the physics literature) for small plasmonic particles using the spectral
decomposition of the Neumann—Poincaré operator and some perturbative spectral analysis.
We have proved that, in a three-dimensional setting, only a few modes are necessary to
represent the solutions of the scattering problem by a strictly convex plasmonic particle and
that these types of representations can give a very good approximation of the field in the time
domain. Our numerical simulations have corroborated the validity of this approach in the
two-dimensional case. This theoretical and numerical framework can be adapted to handle
more complex systems with multiple particles (see [6]). This work needs to be extended
to solutions of Maxwell’s equations and to dielectric structures. This will be the subject of
forthcoming papers.
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A Properties of the layer potentials

We briefly recall here some basic properties of layer potential theory. There is abundant
literature on the subject. For more details we refer to the books [3,4,18,35].
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A.1 Definitions and notations

Definition 7 Denote by I'* the outgoing Green’s function for the homogeneous medium,
i.e., the unique solution of the Helmholtz operator:

(A+K) r*Coy) =8,() inRY,

satisfying the Sommerfeld radiation condition. In three dimensions, I'¥ is given by

eiklx=y|
r*x,y)=———,  x,yeR.
4m|x — y|
In two dimensions, it is given by
5= log |x — yl, if k =0,

a X,y) = .
() {—gHg”(mx—yD, ifk > 0,

forx,y e R2, where Ho(l) is the well-known Hankel function of the first kind and order O.

Lemma5 The Hessian matrix of the outgoing fundamental solution in three dimensions
DIk (x, 2) = (D)), is with entries

oiklx—z]

D,y = [lx — 22 = 3(xp — 2p)% + 3ik(xp — 2p)%1x — 2| + K2Lx — 2? — ik|x — z|3:| ,

4 |x —z3
eik|x7z|

Dp = e o O — )0 = 20) [ 343kl — 2l + Kl =] forp £,

Definition 8 For a function ¢ € L?(d D), we define the single-layer potential by

SE[p10r) = /8 oMo (), xR,

and the Neumann—Poincaré operator by

K [91(x) = / )y dolyy,  xeoD
b ap  Ov(x) ’ '

When k = 0, we just write Sp and KJ, for simplicity.

A.2 The Calderén identity and symmetrisation of /Cj)

Lemma 6 We recall the following classical results [10,24,35].

1. The following Plemelj’s symmetrisation principle identity (also known as Calderon)
holds: 1
KpSp = SpK}, on H 2(dD). 27

2. IfoD e Cl*“,for some a > 0, then K7, is compact. Let (A}, ¢;) jeN be the eigenvalues

and normalised eigenfunctions of KCj, in H*(d D). Then Xj €] — 1/2,1/2], ko = 1/2
and )j — O as j — oo.
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3. The operator K3, is self-adjoint in the Hilbert space H*(dD) which is H_%(E)D)
equipped with the following inner product:

) —(.Splvl)_y 1. d=2,
u,v *( =
DT < Splol_y y, d =3,

where

~ Splv if (v, x(@D =0,

3o = plv] f( x@D))_ 11

—x(@D) ifv = go,

with @g being the unique (in the case of a single particle) eigenfunction of K7, associated
with eigenvalue 1/2 such that (o, x(BD))_%’% = 1. Also, (-, -)_%7% is the duality

pairing between H_% (0D) and H% (0D).
4. From [10], we have the following extension of (27) in two dimensions:

KpSp = 8pKs  on H 2(3D).

1
5. Since Kp [x (0D)] = Ex(aD), it holds that

/ pj =0 forj#0.
oD

6. The following trace formulae hold for ¢ € H™2 (0D):

Shigll+ = SHigll-.

ISk (9]
v

2

1 k%
= <i71 + K ) (4],
+

where I denotes the identity operator.
7. The following representation formula holds:

j=0

A.3 Invertibility of the boundary operators

Lemma?7 For k small enough, the three-dimensional single-layer potential
Sk H='2(3D) — H'2(3D) is invertible.

Lemma8 Sp : H-Y2(3D) — H'/2(3D) is invertible in three dimensions.

In two dimensions, the single-layer potential Sp : H~/2(d D) — H'/?(d D) is, in general,
not invertible. All the proofs for the following lemmas can be found in [6].

Lemma9 For k small enough, the two-dimensional boundary operator :5"75 : H*(0D) —
‘H*(3 D) defined as

3416100 = SYIPI0r) + mi /ﬁ 6o, (28)
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is invertible and

(85) " =5~ (&'t ),y OO~ U (29)

851 o)
(S5'0190), )
Spleol + nk
constant y being the Euler constant. Note that Uy = O(1/logk).

where Uy = wo and n = (1/2x)(logk + y — log2) — i/4, with the

Lemma 10 For k small enough, the two-dimensional single-layer potential S/[‘) :H*(@D) —
H*(dD) is invertible.
B Scaling properties for a finite volume particle

For each function f defined on 9 D, we define a corresponding function on 9 B by f(X ) =
fz+48X).

Lemma 11 It holds that

KE*LF10) = KE* [ F10x),
SEL£100) = 8B [ F1(X).

Lemma 12 For f, g defined on 3 D, corresponding to f, g, respectively, we have

273 —
(fr&ham) = {37 o ‘=
(f, 8>H*(33) ,
@Dy = 5||JT|IH*(33), d=2,
82 fllromy, d=3.

Proof In three dimensions, by straightforward calculations we have

(f, & wnr@p) = /f( f)D 8) da(y)da(x)

3 8(2+5Y)
5/ f(z—l—zSX)/ X =y (do (X0

(f’ g)H*(BB) :

Hence, || f|1#+@p) = 83| il om)-
In the two-dimensional case we write H*(dD) = Hé(E)D) ® {1po, n € C} and treat
both cases: g belongs to either H{; (9 D) or {11¢p, p € C}. In the former case, we have

1
( 8hreom = — 5= /3 e /8 8 log(lx = yDdo () 1)

2
= —i/ fz+ (SX)/ g(z+8Y)(og(d) 4+ log(|X — Y|))do (Y)do (X)
27 Jyn 9B
=4 (f’ g’J)H*(BB)'
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If ¢ = o, we have
(f, &) nrop) = /{; pf (x)do (x)
D

=a/ wf(z+8X)do(X)
B

=4’ <JT’ g;)H*(aB) ’

where the last equality follows from the fact that 8¢ is the (unique) eigenfunction of K,

associated with eigenvalue 1/2 such that (§¢y, X(BB))_% 1= 1. Hence, || fllx*op) =
Sl fll+@B)- o

C Asymptotic expansions
C.1 Asymptotic expansions of the boundary operators

Lemma 13 1. The three-dimensional single-layer potential and its inverse admit the fol-
lowing expansions in the quasi—static limit k6 — 0:

S = Sp +k8Sp1 + (k8)* Spp + O ((k8)),
-1
(s’;ﬁ) = S5 +k8Bp + (k8)? Bpa + O ((k5)?) .
where, for ¢ € HS (0B),

i (ilx —y])/~!

Spjll0) =—3o | 9o, x e R,

forj e N.AlsoBg | = —S5'Sp1S5" andBpr = —S5'Sp 2S5 +85' Sp.1S5 ' Sp1S5 "
2. The two-dimensional single-layer potential and its inverse admit the following expansions
in the quasi—static limit k§ — 0:

S = S8 + (k8)* log(k®)SY), + O (k8)?) .
-1
(SK) " = Lo + U — k) logké) £pS{\ L5 + O ((K0)?).

where, for ¢ € H_%(aB),

1
SIeI) =~ [ -yPemiom.  xe®

Also PHﬁ is the orthogonal projection onto H{, Lp = PHsggl.
3. The Neumann—Poincaré operator in three dimensions admits the following expansion in
the quasi—static limit

Ky = Kp + (k8)2 K, + O ((k8)%)

where, for ¢ € H’%(BB),

1 — ).
K5 00100) = /aB %)y';mmy)da(y), x €dB.
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4. The Neumann—Poincaré operator in two dimensions admits the following expansion in
the quasi—static limit

KK = I + (k8)? log(k$)KC | + O ((K3)?)

where, for ¢ € H_%(BB),
1 d
e W =38 oy, x coB,

Proof The proof can be found in [6]. m]

C.2 Proof oflemma 1

Proof Recall that

st 1 (1 oSk 1 /1 ke % ked\ "L ko
Ay _8m<21+lc )+8—C 51— K (sk') s,

For the three-dimensional case, using Lemma 13 we have by straightforward calculations

sz?c_l 1

1 171
[ S+ Ky + (kma)zKB,z] +— [51 Y (kca)zicg,z]
x [s U (8B, + (k8B |
X [S5 + (kn)Sp1 + (n)2Sp2] + O ((w0™")’)

1/1 1 1 k)2 (ke8)?
EC Eec Em Em Ec
1

+— (5 )((k 8)S5'Sp.1 + (knd)>S5' Sp2

Ec

ko885 Sp1 — kekm8>S5' Sp 1S5 Sp1 + (ked)*S5' Sp1S5' SB 1,
—(kca)235153,2> +0 ((wSc_l)3>

= s L (S xa) - sy1sna 0 (00 ))

—e (1
=AY+ (w8c!)? It <71 = /C};) S5'Sp.2+0((wsc™")’)
Emée 2

where we used SEISB = [ and
1 % -1
51 — K3 ) S Sp1=0.

For the two-dimensional case, we have

1 L
- Kchked = 51 — (ked)? log(ke K, + O ((ked)?)

(S5°) " = £ +Uks — (@5c™") og (w0e™") == LaSy) La + O (™))
m

Skmts _ SB + Tkms + (Q)SC )2 log (a)(SC_l) 85317)1 + 0 ((Q)(SC_I)Q) .
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Also, LTy, = PHES:EI Yx,,5 = 0, where

Yions (W] = (¥, G0} 7 (Splol + x (OB) + 1k,.5)-

Hence,
_ 3 “1\2 _ €
(SIS = Prgs + U6 + Ues Vs + (w8¢™") log (wse ™) L3S, (1 -~ ?CPHE)
m

+0 ((a)éc‘l)z) .

We have that

Sz, ¢o
1 B »
( ’CE) Uiy = < >H B)

1~ ~
-1 — ~ —¢g — K* =0.
Spldol + m. (2% BWO])

2

C.3 Proof of Lemma 4
Proof Using the Taylor expansion
rn(z 48X, y)jX =T @) X VI (e, y) + 82X DT (2 X+
(S

we compute, for X € 9B,
Foo = Boo + = (L = ke (s"f‘s)_l [F11(X)
Se. \ 2 B B
1 arkn(z+8X,y) 1 (1
= XY (51 —Kp+0 ((kca)2)>

dem dvy &
x (SEI + kedBpi 4+ O ((kc8)2)> [rkm (z + 56X, y)]

1
(4 - K}) Sy’ [ka (z +8X, y)]

1 1
——vx VI 48X, y) — —
$ de

Em e \2

kC 1 * k, 2¢ —2
- (51-%% Byt [ (246X, 1) + 0 (@?6c7?)

C

1 Tkmz, y) (1 _

= vy VI ) - 2 (k) S5 X (0B))

em se. \2

VIkn(z,y) (1 —1 26 -2
—T-<51—K’g>53 [X]+ O (078c7?)

1 1
= ——vx - VI (2, ) + —vx - VT (2, y) + O (@0%8c7%)
Em Ec

where we used (%I - K3) Sgl[x (3B)] = 0 and (%I —K%)Bp,1 = 0. It is immediate

to see that (%I - K3) Sgl[X] = —vy, indeed assuming there exists ¢ € H*(dB) such
that SEI[X] = ¢, then Sp[¢p] = X, and dSp[¢p]/dvx|_ = vx which is equivalent to
(%I - IC”I;) [¢] = —vx using jump conditions. O
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C.4 Proof of Lemma 15
Proof Using the Taylor expansion
) it 4 11 1ot 10 (()?),

we compute, for X € 0B,

~ ~ 1 /1 -1~
FX) = BX) + — (=1 — K™ (Sf;‘s> [F11(X)
Sec \ 2
1 aeikmd-(z+5X) 1 1
=% (K40 (k) 1ogk.S
S8&m vy S (2 5+ (( <0)" loglke )))

(L5 + U5 + O (ked)? log(ked))) [eond- 400 |
1 i 1 /1 ~ .
= by VelkmdGrex) L (L e ) 51 [ zkmd~(z+6X)]
sem T C sec \2° ~ B)7B LC
+0 (a)28c_2 log (w(Sc_l))
1 v _ elkmd-z 1] o g_] 4 (B)]
= ——Vy - m - -] —
Em x-ve Sec 2 5)op X

veikmd-z 1 -
: (4 - /cg> Sp' X1+ O (0?8 log (wSc™"))

&c 2

= —iux . Velkmdz 4 lvx .Vetkndz 4 0 (a)28c72 log (wScil)) ,

Em Ec

where we used (%I — K’g) 3;1[)( (0B)] = 0 and (%I — ICZ) Urs = 0. It is immediate to
see that (%I — IC’E) §gl[X] = —vy, indeed assuming there exists ¢ € H*(dB) such that
:SVEI[X] = ¢, then §B[¢] = X so 3§B[¢]/Bvx|_ = vy and using jump conditions for

¢ # o we get dSp[¢]/dvx|_ = 3Spll/dvx|_ = (=31 + %) [¢] = vx.
O

D Proof of Theorem 5

We need the following lemma:

Lemma 14 The Hankel function has the following asymptotics as x — +00:

2 1
Hy" (x) = Jod o (;) . (30)

For x large and y € 9 D:

[SENTS

S5 o]0 = —jz /BD H" (wc™x = y1) ¢ ()do ()

i\/i ei(a)c’l\x—yl—ﬂ/4)

~— (y)do (y).
W Dy ey PO
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Lemma 15 As wdc™! — 0, F defined in (7) admits the following asymptotic expansion:

F(x) = f(aw) [z’c:)¢§c_lei“"'7l‘1'Z <i — L) d-ve+0 ((wSc_l)z log (a)&:_l))] , x€dD.

Ec Em

Proof See Appendix C.4. O

Lemma 16 As wSc~' — 0, the scalar field admits the following asymptotic expansion:
e—iT/4 J

J=

YC(,I

()C w)N (d'V, wj)H*(aD) Ej(x,a)),

where the modes E are defined by

= o (Pj(y) f(w)\/5 ioc™ (|x—y|+d-z)
£, w) ._f G do (y).

and A j(w8) == Aj — (ax?c_l)2 log (a)(Sc_l)ozj + O ((wSc_l)Z).
Proof Since (v, ¢0)+3py = 0, the zeroth term vanishes in the summation. ]

The goal of this section is to establish a resonance expansion for the low-frequency part
of the scattered field in the time domain. Introduce, for 0 < € < p, the truncated inverse
Fourier transform of the scattered field #5“® given by

. P .
Py [0%] (x, z)_/ usca(x,w)e_’“”dw—l—/ u¥(x, w)e ' dw.
—p .

—€

Recall that z is the centre of the resonator and § its radius. Let us define
1
15(d,x) =~ (Ix —z| +d -z £28) £ Cy,
c

the time it takes to the signal to reach first the scatterer and then observation point x. The
term +24/c accounts for the maximal timespan spent inside the particle.

Proof We have
Py [0 (x, 1)

7171/4

e . P )
d v, (pJ)H*(aD) |:/_p Ej(x,w)e_’wldw—l—/E Ej(x,a))e_’“’tdwi|.

3D

For j > 1, let us compute the contribution of one mode Z;(x, w). We want to apply the
residue theorem to get an asymptotic expansion in the time domain. Note that:

—€ . P .
/ Ej(x, w)e " ”dw + f Zj(x, w)e " dw

—p €

=7§ Ej(x,:z)e—imd.o—/ Ej(x,:z)e—“?’d:z—/ Bj(x, 2)e 40,
c ck ct

where the integration contours Cg and Cf are semi-circular arcs of radius p and €, respec-
tively, in the upper (+) or lower (-) half-planes, and C¥ is the closed contour defined as
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ct = Cff U C€jE U [—p, —€] U [€, p]. The integral on the closed contour is the main contri-
bution to the scattered field by the mode and can be computed using the residue theorem to
get, for p > max e

7{ Ej(x, 2)e” 142 =0,
ct
7§C_ E;(x, 2)e 7?42 = 2riRes (E,- (x, Q)e 12", QjF(S)) .

1
Since £2(8) is a simple pole of @ > —————— we can write:
J M) — Aj(wd)

. Lot
f 5j(x, 2)e"?1dQ2 = 27iRes (Ej(x, 2), .Qf(&)) o2 O
.

To compute the integrals on the semi-circle, we introduce:

9 (») Vo
ViIx =yl AM@) = 4))
Given the regularity of the input signal f € C3°([0, C1]), the Paley-Wiener theorem [46,

p-161] ensures decay properties of its Fourier transform at infinity. For all N € N* there
exists a positive constant C such that for all 2 € C

Xj(y, 2)= ye€aD.

1£(2)] < Cn(1 4 |82]) N eC1IREDI

LetT := (]x — y| +d - z)/c. We now rewrite the integrals on the large semi-circle
/ Ej(x, 2)e 42 = / f(.Q)/ X;(y, 2)e T Ddo (y)ds2.
cy ck aD

We have thatf, +C) < T < taL — C1. Two cases arise. Case 1: For0 <1t <1, ,i.e., when
the signal emitted at s has not reached the observation point x, we choose the upper-half
integration contour C*. Transforming into polar coordinates, 2 = pe'? for 6 € [0, 7], we
get:

ei_Q(T_t)‘ < e~ (lg —1+CI(R) Vy € 9D,

and

o —i2
/C+ Zj(x, 2)e 1R
0

T _ . .
< / p‘f (pelf))‘e*p(lo 7t+C1)Sln9/ |X/(y,pe'9)|d0(y)d9,
0 aD

| — =Pty =

< pC (14 9)8 max X, (-pe)| R lZM0 T
< pCn(l+ p) max |X; (-, pe Lw(w)ﬂ oo —1)

60¢el0,7]

where we used that for 6 € [0, /2], we have sinf > 20/7 > 0and —cosf < —1+420/x.
The usual way to go forward from here is to take the limit p — oo, and get that the limit of
the integral on the semi-circle is zero. As in the three-dimensional case, we work in the quasi—
static approximation here, and our modal expansion is not uniformly valid for all frequencies.
So we have to work with a fixed maximum frequency p. However, the maximum frequency
p depends on the size of the particle via the hypothesis p < ¢8~!. Since N can be taken
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arbitrarily large and that X ; behaves like a polynomial in p whose degree does not depend
on j, we get that, uniformly for j € [1, J]:

‘ B
f Ej(x, 2)e 40 :o( — ,0N>.
cy tg —t

P

For the upper-half semi-circle of radius €, we also transform into polar coordinates with
the change of variable 2 = eel? foro e [0, ], and get:

| — e—€lttg =0

Ei(x, 2 e"’”’d.@‘ <eCy(14p)Vs max X‘(-,eem)‘ b4
/c:r i ) seCnll+p) oef0.x 17 L>®(3D) ety —1)

Case 2: For t > t&“ , we choose the lower-half integration contour C~. Transforming into
polar coordinates, £2 = ,oe“9 for 6 € [, 27], we get

(27| < o115 —CD(R2) Vy € aD2,

and

2w . )
| sieeimag) < [ p|r (pe?)| e [ 00 el e,
c, b aD
P 1 — e—PU=ig)
) S
i€ ) o) p(t —13)

Exactly as in Case 1, we cannot take the limit p — oco. However, the maximum frequency
p depends on the size of the particle via the hypothesis p < ¢~ !. Using the fact that N can
be taken arbitrarily large and that X ; behaves like a polynomial in p whose degree does not
depend on j, we get that, uniformly for j € [1, J]:

: 8
/ Ej(x, 2)e 42| = O(;p_N>.
cy

For the lower-half semi-circle of radius €, we also transform into polar coordinates with
the change of variable 2 = ee? forf e [0, ], and get:

< pCy(1 “Ns ma
<pCn1+p) Ge[n.)Z(n]

. , 1 — e_E(t_toJr)
/ Ej(x,.Q)e_’Q’d.Q‘ <eCy(1+p)"N5 max ‘Xj <~,ee’9)‘ T
cr felm,2m) L®@D)  €(t — 1)
The result of Theorem 5 is obtained by summing the contribution of all the modes. O
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