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The spatiotemporal behavior of the surface-enhanced second-harmonic generation at a metal-vacuum
interface with a sinusoidal grating is investigated. Using a singular-perturbation approach, the effects of
self-phase modulation and the nonlinear excitation of the surface polariton on the enhanced second-
harmonic generation are taken into account. The intensity dependence of the enhancement factor is
presented. Lateral shift and beam-profile modification are predicted in the second-harmonic radiation.

I. INTRODUCTION

Surface-enhanced optical effects mediated by surface
polaritons such as second-harmonic generation,! * hot-
electron generation,5 Brillouin sca’ttering,6 Raman
scattering,” photoconductivity in metal-oxide-metal tun-
nel junction,® and optical bistability® have attracted con-
siderable attention in recent years. Since the observation
of the surface-enhanced second-harmonic generation at a
rough silver-air interface,! theoretical effort has been de-
voted to the quantitative analysis of this phenomenon.?™*
In these treatments, the exact model of the rough metal-
air interface was not used because of the difficulties
caused by the nonlinearities in the metal. The deter-
ministic model of the sinusoidal surface profile!® was
adopted instead. The limitation of these previous investi-
gations include the plane-wave assumption of the in-
cident wave. Furthermore, the effect of spatiotemporal
evolution'! and the nonlinear effects in the excitation'? of
the surface polariton, the agent responsible for the
surface-enhanced second-harmonic generation, have not
been taken into account. These effects are important in
this study for the following reasons. Due to the non-
linearities in the metal, the amplitude of the surface po-
lariton undergoes self-phase modulation directly resulting
in the spatiotemporal variation of the strength of the
second-harmonic radiation in vacuum. Also, we have
previously found that the efficiency of the excitation of
the nonlinear surface polariton is a function of the width
and the intensity of the incident beam. Therefore, it is
expected that the efficiency of the surface-enhanced
second-harmonic generation is also a function of the
width and the intensity of the incident beam.

In this paper we improve the previous analyses of the
surface-enhanced second-harmonic generation at a
sinusoidal metal-air interface by including the effects of
the finite width of the incident beam and the self-phase
modulation and nonlinear excitation of the surface polar-
iton. The nonlinearities in the metal are included sys-
tematically using the hydrodynamic model, then treated
perturbatively. The amplitude of the sinusoidal surface
corrugation is also considered as a small parameter. The
method of reduced Rayleigh equations was employed pre-
viously* so that it is not necessary to treat the amplitude
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of the grating as a small perturbation. However, it is
generally adequate to assume that the amplitude of the
grating is small because it is used to model the rough sur-
face and because only small-amplitude grating can ensure
the efficient excitation of the surface polariton in the ex-
periments.!3

The paper is organized as follows. The formulation of
the problem is given in Sec. II. In Sec. III the perturba-
tion expansions of the governing equations and the
boundary conditions are discussed. The self-phase modu-
lation and the excitation of the nonlinear surface polari-
ton are summarized in Sec. IV. The strength of the
surface-enhanced second-harmonic generation in various
directions is determined in Sec. V. Section VI presents
some illustrative numerical results on the enhancement
factor and beam properties of the surface-enhanced
second-harmonic generation by the sinusoidal surface.
Some concluding remarks are given in Sec. VII.

II. FORMULATION OF THE PROBLEM

A. Geometry

We consider second-harmonic generation from an in-
terface x = f (z) separating the half-space x > f(z) of vac-
uum from the half-space x < f(z) of free-electron metal.
For a planar interface f(z) is a constant [x =f(z)=0,
without loss of generality]; the incident quasi-plane-wave
of fundamental frequency w upon reflection generates an
evanescent wave into the metal which decays away from
the interface. The nonlinearities in the free-electron met-
al produce collective electron motion at the second-
harmonic frequency, which in turn excites second-
harmonic electromagnetic fields in the metal and vacu-
um. When the interface is sinusoidally and weakly corru-
gated (see Fig. 1), the profile of the surface is given by
x =f(z)=0ncosKz, where § is used to indicate the
smallness of the amplitude 7 of the corrugation, and K is
the wave number of the corrugation. The incident funda-
mental quasi-plane-wave then not only generates an
evanescent wave into the metal but also excites an elec-
tromagnetic surface wave called the surface polariton for
a suitable value of K. The surface polariton transports
energy along the interface with its fields also concentrat-

1240 ©1991 The American Physical Society



S

\alo]

by (@)
v
A4’S(2m)

\'4
a,(w A3’_1(2m)

Vacuum

ag > Metal

FIG. 1. Geometry for the surface-enhanced second-harmonic
generation. g;, the normalized amplitude of the incident wave;
b,, the normalized amplitude of the reflected wave at the funda-
mental frequency; a,, the amplitude of the surface polariton;
A% _;, normalized amplitude of the second-harmonic radiation
in the —1 diffraction order; A4} ;, the normalized amplitude of
the second-harmonic radiation in the specular direction.

ed near the interface. However, in the metal region, the
energy transported in the surface polariton is orders of
magnitude larger than that transported in the evanescent
wave transmitted through the planar interface. The in-
tense surface-polariton fields produce a strong collective
electron motion at the second-harmonic frequency giving
rise to the surface-polariton-mediated second-harmonic
generation. This second-harmonic generation is known
as the surface-enhanced second-harmonic generation
since it is relatively more intense than that obtained
directly without the intermediary of the surface polari-
ton. We calculate the efficiencies of the second-harmonic
generation at the planar interface and the sinusoidally
corrugated interface and subsequently determine the
enhancement factor by the corrugated interface. When
the incident waves are nearly plane waves of finite extent,
some interesting beam properties are also present.

B. Governing equations

Electromagnetic wave phenomena are governed by
Maxwell’s equations and the material equations of the
supporting media. The nonlinear properties of the free-
electron metal have been previously accounted for by the
introduction of the nonlinear polarization.!* This ap-
proach, however, cannot be used to correctly quantify the
efficiency of the second-harmonic generation of nonpla-
nar incident waves and the effects of the nonlinear evolu-
tion of the surface polariton on the efficiency of the
surface-enhanced second-harmonic generation. Hence,
we include systematically the nonlinearities of the free-
electron metal in a general manner through the relativist-
ically correct hydrodynamic equations.!>!?

The equilibrium electron density is denoted by N,. We
introduce a standard electric field E,=m,cw, /e, where
m, is the effective rest mass of an electron, —e is the elec-
tronic charge, c is the velocity of electromagnetic wave in
free space, and w,, is the proper plasma angular frequency
of the conduction electrons. We normalize the electron
number density by N,, the electric field by E, the mag-
netic flux density by E/c, the time by 1/w,, the distance
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by ¢ /w,, and the velocity by c. Let E” and B’ be the nor-
malized electric field and magnetic flux density, respec-
tively, in vacuum, and let N, V, E™, and B™ be the nor-
malized number density and velocity of electrons, the
electric field, and the magnetic flux density, respectively,
in the metal. The electromagnetic wave motions are
governed by the following equations:

V X ”=“‘%Bv, (1)
v O
VXB —EE s (2)

for the vacuum,

d

VXE =—$B , 3)

V><B’"=1E'"~NV 4)
ot ’

aa—N+v (NV)=0, (s)

—a@-t—+v-v [(1—V2)V2V]=—(E"+VXB"), (6

for the metal. Equations (4)—(6) are nonlinear. Equa-
tions (5) and (6) are, respectively, the nonlinear equations
of continuity and motion. The electromagnetic wave
motions also have to satisfy the boundary conditions that
the tangential components of the electric and magnetlc
fields be continuous at the interface.

III. PERTURBATION EXPANSIONS

Small parameters occur naturally in the problem under
consideration. The electromagnetic wave introduces a
small (compared to N,) space-time variation of the elec-
tron number density which is otherwise uniform. The
nonlinear responses (high harmonics) in the variation are
small compared to the variation of the electron number
density at the fundamental frequency. Hence, the high-
harmonic electromagnetic waves are also significantly
weaker than the incident wave at the fundamental fre-
quency. The nonlinear wave phenomena such as the
self-phase modulation of the nonlinear surface polariton
take place at longer space and time scale than the wave-
length and the period of the fundamental electromagnetic
wave. Finally, the amplitude 7 of the surface corrugation
is also a small parameter as compared to the wavelength.
The physical occurrence of these small parameters sug-
gests the application of the multiple-scale singular pertur-
bation technique.

To this end, we introduce multiple time scales ¢, and
multiple space scales x,, and z,, where ¢, =68"t, x,, =8"x,
and z,=08"z. The geometry is invariant with respect to
the y direction. We therefore assume that the problem is
invariant in y. The various field quantities are also ex-
panded as power series in §: E'=38E!, B'=3§B!, for
i=v,m, N=1+386N,, V=386V . Also, according
to the chain rule of differentiation, 8/3t=38" 13/
A5 _1)» 3/3x=38""13/3x, 1), and 3/0z
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=38""13/9z,_,), where 3/3t,, 3/dx,, and d/dz, are
of order of unity. All the summations in the expansions
run over positive integers. Substituting these expansions
into Egs. (1)—(6), writing all the terms as power series of
8, and equating separately the coefficients of various
powers of 8, we deduce the set of equations of various or-
ders O (6°). In the first order O (8), the problem is linear.
The fields separate into two groups, namely the trans-
verse magnetic (TM) mode with fields B/,,E/,,E},, for
i=v, m, V., V,;, and N; and the transverse electric
mode with fields B}, B/, ,E},, for i =v, m, and V,,. The
surface polariton is associated with the TM mode. Since
the excitation of the TM mode is responsible for the
enhanced second-harmonic generation mediated by the
surface polariton, we assume that the incident quasi-
plane-wave contains only the field components associated
with the TM mode. The two modes are orthogonal in the
first order. An inspection of the geometrical symmetry
and the nature of the nonlinearities shows that the two
modes remain orthogonal in subsequent orders. If the in-
cident wave contains only the fields of the TM mode, the
fields generated by the nonlinearities and the geometrical
inhomogeneity still remain in the TM mode. This con-
clusion is also confirmed by the perturbation expansions
of the governing equations. The governing equations for
the fields of the TM mode in various orders are as fol-
lows:

d d d
——B)——E+—E.=S,,, 7
ot Bys aZO XS aonzs Sls ()
0 d
—E)+—B)=
ato Xxs aZO Bys SZS ’ (8)
0 pv_ 9 pv_
E4——-—B.=S,,, )

ato = axO

for the vacuum,

2 d 3
— S Br———El+—-"-Er=S, , 10
ato ys aZO xs axo zs 4s ( )
9 d
ot Ei=Vam dx, By =Se » 12
3 a i)
____N +__ —_ = ,
ato s axo sz+ aZO st S7s (13)
—é?_ons+E):;l=S85 ’ (14)
9 m—
—at_OVZS+EZS _S9s ’ (15)

for the metal. The source terms appearing on the right-
hand sides of Eqgs. (7)—(15) are equal to zero for s =1, and
their expressions for s =2, 3, and 4 are given in Appendix
A.

The governing equations for the magnetic flux density
in vacuum and the metal can be derived from Eqgs.
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(7)-(15). In vacuum, substituting E’ and E} from Egs.
(8) and (9) into Eq. (7) yields

d? 9? 9’ 9 a 3
—+———— |BL=—-S8,+ =8, ———
1s SZs axo

= Sy .
axz  az2 A [ 3z, 3

(16)

For the metal region, eliminating V,, from Eq. (11) using
Eq. (14) gives E{ in terms of B7 and the source terms:

D i|gr=— & pmis, 4+ 17
ot2 x dzpdt, B 3r, T
A similar manipulation leads to
0’ 9? d
—+1 |EJl= B +So +— . 1
o3 B Qxgdty T dt, Ses 18

Operating both sides of Eq. (10) by (3%/3¢2+ 1) and using
Eqgs. (17) and (18) lead to

I O T
ot 2 2 2 ys
0 axO azO ato
0 9? 32 d?
dzo "% dzgdty  * Ax2" X Bxydt, Ses
a?,
+ |[=—=+1|S,, . (19)
ot

We now deduce the boundary conditions of various or-
ders. At the interface x =f(z), the tangential com-
ponents of the magnetic flux density and the electric field
B, and E,cosf(z)+E, siné(z) should be continuous, that
is

B)=B", (20)
E}cos6(z)+ E!sinf(z)=E]"cos6(z)+ E["sin6(z) , 21

at x = f(z), where

tanf(z)= % =—8nK sinKz . (22)

In order to exploit fully the smallness of the amplitude
of the surface corrugation, we convert the boundary con-
ditions as given by Egs. (20) and (21) at the actual inter-
face x =f(z) to the equivalent boundary conditions at
the average interface x =0. The fields in Egs. (20) and
(21) are written as power series in 8, and the fields of each
order in & at the interface x =f (z) are expanded as Tay-
lor series about their values at the average interface
x =0. When these expressions are substituted into Egs.
(20) and (21), we obtain the equivalent boundary condi-
tions at the average interface x =0 as follows:

B} =B]} (23a)
E;=E], (23b)
for O (6),
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v a VUV — m a m
By, +mcosKzo—— By, =B +ncosKzg—B] , (24a)
9xq 0xg
oy +ncousO%Ez"1 —nK sinKzy(E}, )=E]; +1ncosKz, Bi—EZ”{ —7K sinKzy,(E}) , (24b)
0 0
for O(8?),
B’; +ncosKz —a—B” +—a—- b |+ 1ncos’Kz &
»3 01 3x, ¥ ax, ?r| 2 o lax2™ !
—npm ) m ) m 1,2 2 2 m
=B); +mncosKz, BTIB”—FE 2 | 31 cos Kz, ;%Byl » (25a)
E’ +mncosKz LE” +—a— v |+ 1n’cos’Kz —a—z—E” —nK sinKzy(E?, )—n*K sinKz,cosKzy | —E!
z3 0 axl z1 axo z2 2 » 0 ax(z) z1 0\ x2 0 0 axo x1
—rm d m d m 1,2 2 aZ m : m 2 H d m
=EJ +ncosKz, EEZI E 72 | T 37m°cos KZOT%EZI—TIK sinKzy(E]; )—n°K sinKz,cosKz, E als
(25b)
for O (8%),
d 3 d 0? 9
B}, +mcosk. B} + ) + '3 | +1n*cos’K Y +2 ) |+ Ln’cos’K B
y4 7 COSRZ ax2 yl axl y2 axo y3 ) COS"KZ ax(z) y2 axoaxl y1 en COS"RZz axg y1
d d d
=B} +ncosKz, ox, B+ ax, By + ax, 3
+1n’cos’Kz 9 pm 2—-—82— " |+ Lpdcos’Kz & B (26a)
2 O lax2 7 Taxgox, ! ¢ °ax3 e
— %K sinKz,cosKz ——§—E” +L U | — 19K sinKzycos’Kz & g +Ln%cos’Kz ~S32—E” +2~——az—— "
n 0 0 axo x2 axl x1 i) 0 0 ax(z) x1 2N 0 ax(z) z2 axoaxl z1
1,3 3 83 v v 3 v a v a v v :
+&m°cos Kzo—é;-gEzl +E;, +ncosKz, ax, E);+ ax, E}, + ax, E} | —EsnK sszo
= —n’K sinKz,cosKz, 9 "5+1E'" — 19K sinKz,cos’Kz & pm +1n2cos’Kz & pm +2 & E
axo x axl x1 2 0 Oax(z) x1 T 72 0 ax(z) x2 axoxl z1
+ Ln*cos’Kz Gl m+EM% +1ncosKz En En+-9 gm —E" 1K sinKz (26b)
6 0 axa z1 z4 0 axo z3 8x1 z2 ax2 z1 x3 0
[
for O(8%. Equations (7)—(15) associated with the  surface polariton, which are needed in the subsequent

equivalent boundary conditions given by Egs. (23)-(26)
are used to investigate the surface-enhanced second-
harmonic generation taking into account the self-phase
modulation and the nonlinear excitation of the surface
polariton. To describe the self-phase modulation and the
nonlinear excitation of the surface polariton, it is re-
quired to carry out the perturbation procedure up to
third order O (8%). The enhanced second-harmonic radia-
tion in the specular direction (see Sec. V) is determined in
the fourth order O (8%).

IV. SELF-PHASE MODULATION
AND EXCITATION

For the sake of completeness, we briefly summarize the
self-phase modulation and the excitation of the nonlinear

evaluation of the enhanced second-harmonic generation.
A detailed treatment of these topics is contained in Refs.
11 and 12.

A. Surface polariton

The O (8) surface-polariton fields are governed by Egs.
(7)-(15) with s =1 for which all the source terms vanish.
The O(8) magnetic flux densities in vacuum and the met-
al B}, and BJj, are determined from Egs. (16) and (19)
with s =1 as

BJ; =N,azexp(—a,xq)expli(Bzy—wty)]+c.c. , (27)
B1=Nzazexpla,,xqlexpli(Bzo—wty)]+c.c. , (28)

where the decay coefficients in vacuum and the metal are,
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respectively,
a,=(—o®)?, (29a)
a,=(f—w*+1)172. (29b)

Also, N, =(4o0Ba,, )172 is a normalization constant which
scales the power in the surface polariton for unit width in
the y direction to be equal to |a,|*>. The tangential com-
ponents of the electric fields in vacuum and the metal are
obtained using, respectively, Egs. (9) and (18) with s =1.
The application of the boundary conditions as given by
Egs. (23a) and (23b) yields the dispersion relation

B=[0*(1—0?)/(1—20%)]"?. (30)

Therefore, the surface polariton only exists in the fre-

quency range 0 <w < 1/v2. All the fields associated with
the linear surface polariton are given in Appendix B.

B. Reradiation of the surface polariton

The surface polariton, on interaction with the small-
amplitude grating, generates two Floquet modes which
are of order O(8%. One of the Floquet modes is of the
radiative type, whose phase is matched with the incident
and the reflected quasi-plane-waves. This phase match-
ing enables the incident quasi-plane-wave to transfer en-
ergy to the surface polariton. The O (8% magnetic flux
densities in vacuum and the metal, B}, and By}, are deter-
mined from Egs. (16) and (19) w1th s =2 and the first-
order surface polariton fields as

|

2 = —53—14-%;81 ;w 831 Ngagxgexp(—a,x)exp[i(Bzo—wty)]
+[a;exp(—ik,1xq)+b,explik,;xq) N rexp{i[(B—K)zy —wt, ]}
+f1exp(—a,xglexp{i[(B+K)zo—wty]} + frexp( —2a,xq)exp[i2(Bzy —wty) ] +c.c. (31)

and
By = ——a?;—(i—ﬁa%l—-%% Nya,xpexpla,,xq)exp[i(Bzo—wty)]
+g1expla, xolexp{i [(B—K)zy—wty ]}
+g,expla,,,xg)exp{i[(B+K)zy—wty]} +gsexpla,,,x)exp[i2(Bzy—wty)]+c.c. , (32)
where
kg =[w’—(B—K)]'?, (33a)
=[(B+K)1—w?]?, (33b)
and
i =[B—KP—w?+1]"2 (34a)
@ =[(B+K)P?—w?+1]'2, (34b)
ay, = (432 — 4w +1)172 (34c)

where f|, f», &, &, and g; are the amplitudes of the new wave components generated by the nonlinearity and the sur-
face corrugation. The normalization constant N, is chosen as N, = =(2w/k,;)"? such that —|aq;|* and |b,|? are the x
component of the Poynting vector of the incident and the reflected waves, respectively.

The tangential components of the electric fields in vacuum and in the metal, E), and E}, are determined using, re-
spectively, Egs. (9) and (18) with s =2. The O (8% boundary conditions given by Eqs. (24a) and (24b) are used to obtain
the transport equation of the surface-polariton amplitude and the amplitudes of the newly generated wave components.
The terms in the boundary conditions having the phase factor exp[i (8z,—wty)] lead to

13_ Ly D

=0, 35
ot, € 3z, e (3%

where V, =0w /98 is the group velocity of the linear surface polariton. The terms in the boundary condition having the
second-harmonic phase factor exp[i2(8z,—wt,)] enable us to obtain

2.2
o, Ngag
(40°—1)+20%a,,, |

f2:g3:f~z‘1g2:§3a§: (36)

(@*—1)[a,

The terms having the phase factor exp{i[(8+K)z,—wty]} in the boundary condition yield
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g,=%,a,=1N,a (o, +KB— a1y =y a0’ — 1)~ oMay, +KB) (37a)
27828 % 2 (@~ Dy, +olay,]

and
(@2 +KB)w*—1)+(a,,a, —ai —KB+a,,ax,)o?

=F a. = N a (37b)
Fi= S 12 =nNya 2[(@* = Day,+to’a,,]
Lastly, the terms in the boundary conditions having the phase factor exp{i [(3—K)zy,—wt,]} yield the result
b,=C,.a;+Cpga, (38a)

with
2 (2
wa,, tilo*—1)k
c,= 2'"1 o LS (38b)
—oa,, +ilo*— 1)k,

N 0%, ~ a2, ~,a, —KB) +(0*— )(KB—a})]

’ (380)
8 2N, [ —&?a,,;+ilo®—1)k,]
f 1 v
and
i2(w*— 1)k, N a,
== +ga, , (39a)
T e, i —Dk,, %

where

N a,(a®, —KB)+a,(a2—KB)+ia,k,(a,+a,) (39b)
&1 K & _2(avam1+iamkvl) ’

Equation (38a) shows that the amplitude of the reflected wave b, has a contribution from the incident-wave amplitude
a; and the amplitude of the surface polariton a,. The parameter C,, characterizes the strength of the reradiation of the
surface polariton into the vacuum. Other second-order fields in vacuum and the metal are given in Appendix C. The
incident quasi-plane-wave excites the surface polariton, which in turn produces second-harmonic fields. However, as is
evident from the expressions of the second-order fields in vacuum (Appendix C), the order O (8? part of the second-
harmonic field is evanescent. The evanescent second-harmonic fields become radiative on interaction with the surface
corrugation in O(&83).

C. Self-phase modulation and excitation

The self-phase modulation of and the incident wave coupling to the surface polariton take place in O (8%). The mag-
netic flux density fields in vacuum and the metal in O (83), BJ; and B3, are evaluated from Egs. (16) and (19) with s =3
and the first-order and second-order fields given in Appendixes B and C. Due to the nonlinear wave mixing and the
scattering by the surface corrugation, By; and B/ and the rest of the third-order fields contain a variety of components
with the fundamental, second-harmonic, third-harmonic, as well as many Floquet-mode phase factors. The field com-
ponents relevant to the present treatment are given in Appendix D. The terms with the phase factor exp[i(Bz, —wty)]
in the third-order boundary conditions as given by Egs. (25a) and (25b) lead to the following equation governing the
self-phase modulation and the excitation of the surface polariton:

| 8 ) * 2
l a—izag+Vg a—zzag+Cgag+Cg,a,« +P;%ag—Q|agl ag , (40)
where

ino’Ba, 2 2 3

C,= o — DN [2(am1g’1+am2g‘2)+nammNg+2K(/3—K)§l—2K(B+K)§2]
g
inpa, 2 7 3 =
+ [—2aj,f +ma; N, +2K (B+K)f ]

4N,
nBa, (i (1—20%)! [k} —K (B—K)]+w’k,}
4(1—20H)V? —0?a,,; +i(0*—1)k,;]

[a)z(amlav+amaml+KB_afn )+((l)2_1)(a3 -Kﬁ)]

inw’Ba,,

_ e PYm & > 2 F o2
4(1—2a)2)1/2Ng [2(a, 181+ a,,08,) T nay, Ny +2a,f1 —na,N, ], (41a)
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c —— nkvlﬂame[a)z(afn —amlau—amaml—KB)-Hcoz—1)(KB—a,2,)] @1b)
& N [ —’a, +i(w?—1)k,] ’

Nio’ 4ot —40?+3) | 120~ 1207 +1
(1—20%)20* —20%+1) 8(1—w?) 2(40>—1)

Q=_

(1—0?)[20%+ (40* — 202+ 1)17?]
(40— 1)[(40*— 1) +2(40* —202+1)172] |

41c)

The coefficient of self-phase modulation Q is given in Eq. (41c), where the term containing y(=1) gives the relativistic
contribution to the self-phase modulation.!! Also P =1d%w»/df is the coefficient of group velocity dispersion. The pa-
rameter C,, characterizes the strength of the energy transfer from the incident radiative wave to the surface polariton.
So far, the effect of losses in the metal have not been included. We assume that v is the normalized collision frequency
of the metal, then Eq. (40) is modified to'®

) 3 32
i a—tzag-*—Vg —az—zag—i—(Cg—ng )ag+Cg,a,» +P;%ag:Q|ag|2ag s (42)
where o, =vo/[2(1 —0?)(1—2w?)] is the loss coefficient.

The evolution of the amplitude of the surface polariton is governed by Egs. (38a) and (40) or (42). With these results,
we are now in a position to determine the amplitudes of the second-harmonic radiative waves.

V. SECOND-HARMONIC RADIATION

A. Second-harmonic radiation in — 1 diffraction order

The strongest second-harmonic radiation fields are of the order O(8%, which has the phase dependence
exp{i[(2B—K)z,—2wt,]}, if the grating wave number is chosen suitably. Following the usual convention, we desig-
nate this second-harmonic radiation in —1 diffraction order. The bulk contribution comes from the nonlinear mixing
of the first-order fields having the phase dependence exp[i(f8z,—wt,)] and the second-order fields having the phase
dependence exp{i[(B—K)zq—wmt,]}. The second-harmonic fields generated in the second order O (8%) have the phase
dependence exp[i2(fz,—wt,)], which is evanescent. These fields, after being scattered by the surface corrugation, also
have the phase dependence exp{i([28—K)z,—2wt,]}, constituting the surface contribution to the second-harmonic ra-
diation in the —1 diffraction order. The magnetic flux density and the z component of the electric field associated with
this radiative second-harmonic wave are expressed as

Byy _=N,_; A5 _explik,pxq)exp{i[(2B—K)zq—2wty]} +c.c. , (43)
k
1= 2ZNf_lAgyﬁlexp(ikuzxo)exp{i[(2/3-—K)zo-—Za)to]}-+-c.c. , (44)
and
B _ = A5 _explay, —xqlexp{i[(2B—K)zq—2wt,]} +c.c. , (45)

i2B—K)BB—K)—a,a,]

;g,—l:_ (4(02___1)(‘02__1)2 glNgagexp[(am +am1)x0]exp{i[(ZB—K)ZO_zwtO]}
Roa,,, — )
“(4602_1) AT _expla,,, —xq)exp{i[(2B—K)zo—2wty]} +c.c. , (46)
where
k,,=[40*—(2B—K)*]'/?, (47a)
Gy =[(2B—K)*—40*+ 1] . (47b)

The normalization constant is chosen as N, _;=(4w/k,;)'/* so that | 4; _;|? is the x component of the Poynting vector

of the second-harmonic radiation in the — 1 diffraction order. The O (8% boundary conditions given by Egs. (25a) and
(25b) provide the relation between the amplitude of the second-harmonic radiation in the —1 diffraction order
[A45 1,45 _]and (a;,a,) through the terms having the phase factor exp{i [(268—K)z,—2w1,]},
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Y1 +ima, 830, =N, A5 1 —na,f,a, , (48)
2wy, _i(zﬁ—K)[B(B—K)—amam,]g . _in(.7.3—1<)a,,,Ngzag2 inw(a3,, —2KB)g;
(40?—1) 7! (40— 1) (2 —1) 17878 (w0 —1)(4w?—1) 40> —1
k,, in(2a2—KB)f,a
=——2Lwa~1A’3’,_1+ g e £, 49

From Eqgs. (48) and (49) we determine the amplitude of the second-harmonic radiation in vacuum in the —1 diffraction
order as

20(40?—1)
[40%a,, —i(40”—1 k2 IN;—y

v ==
3,—1

1
2(40*— 1) w?>—1)?

{20(0® =1 ay, (e, +2a,)8; +228—K)[B(B—K)—ap,a,, 18 N,a,

+(0?—1)9a,,(2B8—K)N2al—20m(0*—1)Xa3, —2KB)g;} +1(2a2 —KB)g; /e

(50)

This second-harmonic radiation in the — 1 diffraction order is the strongest second-harmonic radiation.

B. Second-harmonic radiation in the specular direction

The second-harmonic radiation fields in the specular direction is of the O(8* with the phase dependence
exp{i2[(B—K)zy—wty]}. It is also the next strongest second-harmonic radiation. The bulk contribution to this radia-
tion field comes from the nonlinear mixing of the first-order fields having the phase dependence exp[i (8z,—wt,)] with
the third-order fields having the phase factor exp{i[(8—2K)zy,—wt,]}, and the wave mixing among the second-order
fields having the phase dependence exp{i[(B—K)zy—wty]}. The surface contribution comes from the scattering of the
third-order fields having the phase factor exp{i [(28—K)z,—2wt,]}. The magnetic flux density and the z component of
the electric field having the phase factor exp{i2[(8—K)z,—wt,]} are determined from Egs. (16) and (18) with s =4 to
have the following form:

BJy=N; A} ;exp(i2k, xq)exp{i2[(B—K)zy—wty]} +c.c., (51)
k
v = — :)1 N A4 ,exp(i2k,xo)exp{i2[(B—K)zy—wty]} +c.c., (52)
and
a,,(B—2K)—a,, ,Bl[4K (B—K)+a?% _,—a?
y’ﬁ—‘—‘—[ i Al i O —2—n ] Nga, AT, exp[(ay, t+a, —3)xqlexp{i2[(B—K)zp—wt, ]}

20(0* = 1) [(@,, +ap )P —HB—K)+40?—1]
+ A7 explay,, —,xolexp{i2[(B—K)zy—wty]} +c.c., (53)
- [ ilan(B—2K)=a, _Bll(a}, 23— e} (@t _2) =G 3@ 2~ )]
z4

(@*—1?[(a, +a, _,)*—ai, ,]

2i(B—K)
(40> —1)(w*>—1)

Nea, ATyexpl(a,, +a,, 5)xq]

2wa,,, _
glexp(2a,, %)+ ——

40?2 —1

. i(B—K)
(40°>—1)(w?*—1)

1sexplay, —,xo) |exp{i2[(B—K)zy—wty]} +c.c. (54)

in the vacuum and metal, respectively, where 47, is given in Appendix D, and
Ay =[HB—K)1?—40*+1]'% . (55)

The normalization constant is chosen as N r 80 that |A4,S |2 is the x component of the Poynting vector of the second-
harmonic radiation in the specular direction. The O (8* boundary conditions given by Egs. (26a) and (26b) provide the
relation between the amplitude of the second-harmonic radiation in the specular direction [ A}, A7'] and (a;,a,)
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through the terms having the phase factor exp{i2[(B—K)zy —wty]}:
(@ (B—2K)—a,, _Bl[4K (B—K)+a2, _,—a2,] N — n’aj
_m 22_ u — = AT)Nea, + AL+ 2’" Ag'f_1+—8mg3
olo”—1)[(a, +a, ;)" —aj, ;]
ink 2a?
=NpAj+ 7721;2 E,—1+n—”—f2, (56)
ila,,(B—2K)—a,, _,8] 4K (B—K)+a?,_,—d?,
A3,Nya, [, r—a,)—(a, ta, _,
(40’ —1)(w?—1)? ol " R C- T oS o
__iAB=KINag . i(B—K) , | 2005, 5
(4 —1w*—1) "~ (40— 1(e*—1)°" " 4p*—1 =
inw[az,, - —K(2B—K)] inla,, +a,)2B8—K)[a,,a,; —BB—K)]
+ 2 -1t 2 2112 Noag84
400°—1 240" — 1) 0*—1)
+ i Lom B—K)—anBIK +<w2—1)<am+am1>N og
K 2402 — 1) —1)? s7eS1
in*a? (K —B) ) in*wa,,, (a3, —KB)
a
2dar—1)(2—1) &8 40— 1 &
k in[k,+K(2B—K) in*a,(KB—a?)
=——l gt - ks Ly pmetkbma) “fy . (57)

40 3-1 20

From Egs. (56) and (57) we determine the amplitude of the second-harmonic radiation in vacuum in the specular direc-

tion as

A4, =—"L{ido’a,, k,+(40*—1)[kL+K(2B—K)]} 45 _,

4D

i Za . 2
- ZD“ (20705, -0, +(40? = 1)@} =K B)Lf s = L [y — (@ - — 2y ) ~K(2B—K)] A5,
.2 2 22
1M 0 Ay, i '_K)(O 2 m ama)(K——B) 2.2
_ (g, —Qyp —2)—4K + Nja
4D [aym(a, ®Xrm -2 Blg; (w—1)D°! 20’ —1)D g%
iw _ _ _ - 2 _
+m (@ —r—a,)a,(B—2K)—a,, _,B]—20"—1)}B—K)
a,la,(B—2K)—a,, _,Bl[4K (B—K)+a? _,—a?]
- 1_ 2 Ngag A7,
(am+am—2) —Qaym—2 ’
419 (4 +a,,)28—K)la,a,,—BB—K)
2(602—1)21) [ 1 /3 [ 1 B B ]
+K2[am(B—K)—amlﬁ]+(co2—l)K(am+am1)]}Ngagg1 , (58)
[
where order, 43 _;, and in the specular direction, 4j, are
D =[kul(4a)2—1)+i2w2a2m_2]Nf . (59) completely determined by Egs. (50), (57), and (58), with

There exists also second-harmonic radiation fields in the
+ 1 diffraction order, which are of the order O (8°). Since
this second-harmonic radiation is considerably weaker
than that in the — 1 diffraction order, it is not included
here.

VI. NUMERICAL RESULTS

Given the amplitude of incident fundamental fields
a;(z,t), the amplitudes of the second-harmonic radiation
mediated by the surface polariton in the —1 diffraction

the help of Egs. (38), (40), and (41) which govern the evo-
lution of the surface-polariton amplitude. Illustrative nu-
merical results of the enhancement factor and the beam
properties of the second-harmonic radiation in the steady
state (0/0¢ =0) are presented in this section.

A. Enhancement factor

We assume that the incident wave is a quasi-plane-
wave of the form

Nya;explik,xq)exp{i[(B—K)zo—wty]} .
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The quasi-plane-wave has a finite transverse extent which

intersects the z axis from z =0 to z=L. The second-’

harmonic reflection from a planar metal-vacuum inter-
face is determined as

B!, =N,B,,expli2k,x,)

Xexp{i2[(B—K)zy—wty]} t+c.c., (60a)
where
. iNg(B—K)wcos;qSe).(p(iZ(ﬁ) a2, (60b)
(1—w*)[k,(1—40°)—i2wa,,, —,]
p=tan"! |—m® (60¢)
k, (1—w?)

The normalization constant N, is the same as for the in-
cident wave so that |B,,|? gives the x component of the
Poynting vector for the second-harmonic radiation from
a planar metal-vacuum interface. The enhancement fac-
tors are defined as

L

E Jy 143 1P (61a)
= , a

B, |%d

Lf()' 2u| z
E J,144,1d= (61b)

s:—QZ-—y

f |B2v|2dz
0

for the enhanced second-harmonic radiation in the —1
diffraction order and in the specular direction, respective-
ly.

We evaluate the enhancement factors for a silver-
vacuum interface. The plasma frequency w, and the col-
lision frequency v of silver in rad/s are 1.2545 X 10'° and
2.2734X 10", respectively.!® The amplitude 7 and the
period 27 /K of the sinusoidal surface corrugation are 15
and 5. mm, respectively. We assume that the width of
the incident beam L is the same as the extent of the grat-
ing and is equal to the value that maximizes the excita-
tion of the linear surface polariton, that is,
L =1.2565/Re{C,}."> The wavelength of the incident
He-Ne laser light is 632.8 nm. The incident wave ampli-
tude is of the form

a; =a;pexplihz) , (62)

where the adjustable parameter i <<|B—K/| is used to
vary the incident angle 6; as given by 6,
=tan" '[(B—K +h)/w]. The enhancement factors E _,
and E; are plotted as functions of the incident angle 6;
in Figs. 2 and 3, respectively, with the incident intensity
as a parameter. Both the lossless (solid line) and the lossy
(dashed line) cases are included. The resonant behavior
of the enhancement factors clearly shows that when the
surface polariton is excited the second-harmonic radia-
tion intensifies. The losses in the metal reduce the
enhancement factors without significant changes in the
resonant behavior. The enhancement factors depend also
on the intensity of the incident wave. The maximum
enhancement factors decrease as the incident intensity in-
crease. The optimum incident angles at which the max-
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FIG. 2. Enhancement factor as a function of the angle of in-
cidence for the second-harmonic radiation in the — 1 diffraction
order. Curves (a), (b), and (c) correspond to normalized incident
intensities of 1074, 1073, and 1072, respectively. Solid lines are
for the lossless case; dashed lines are for the lossy case.

imum enhancement factors occur change with the change
in the incident intensity. The intensity dependence of the
maximum enhancement factors and the optimum in-
cident angles are presented in Figs. 4 and 5 for the
second-harmonic radiation in the —1 diffraction order,
and in Figs. 6 and 7 for the second-harmonic radiation in
the specular direction. When the incident intensity is

102 (a)

RN RETi)

1l

1074
10*2—:
=
wt+r—a—mr—mr—mr—————
-18.0 -16.0 —-14.0 -12.0
8;(deg)

FIG. 3. Enhancement factor as a function of the incident an-
gle for the second-harmonic radiation in the specular direction.
Other parameters are the same as in Fig. 2.
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FIG. 4. The maximum enhancement factor as a function of
the logarithm of the incident intensity for the second-harmonic
radiation in the — 1 diffraction order. Solid line is for the loss-
less case; dashed line is for the lossy case.

small, the nonlinear effects are very weak. The excitation
of the surface polariton is very efficient as a result of the
choice of the extent of the grating L. For the enhanced
second-harmonic radiation in the —1 diffraction order,
the enhancement factors in the linear limit are approxi-
mately 33X 10° and 8 X 10* for the lossless and lossy cases,
respectively. For the enhanced second-harmonic radia-

—-134
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I
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1
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log,o ([aiOIZ)

FIG. 5. The intensity dependence of the optimum incident
angle at which the maximum enhancement factor for the
second-harmonic radiation in the —1 diffraction order (Fig. 4)
is achieved. Solid line is for the lossless case; dashed line is for
the lossy case.
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FIG. 6. Same as Fig. 4 for the second-harmonic radiation in
the specular direction.

tion in the specular direction, the enhancement factors in
the linear limit are approximation 60.0 and 15.0 for the
lossless and lossy cases, respectively. These results are in
good qualitative agreement with the experimental result
obtained by Quail and Simon.!* The width of the reso-
nance curve is larger than that obtained by Quail and
Simon, where the incident wave is assumed to be a plane
wave and the method of reduced Rayleigh equations was
used. The maximum enhancement factors decrease
sharply as the incident intensity exceeds a critical value
of about 0.001 (normalized), accompanied by correspond-
ing changes in the optimum incident angles.
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FIG. 7. Same as Fig. 5 for the second-harmonic radiation in
the specular direction.
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B. Beam properties

Next, we examine some of the beam properties of the
enhanced second-harmonic radiation. The geometry for
the surface-enhanced second-harmonic generation is the
same as before except that the extent of the grating is
now assumed to be infinite. The incident wave amplitude
has a slowly varying Gaussian profile. The width [see Eq.
(63)] of the Gaussian profile is L [optimum extent of the
grating for the linear excitation of the surface polariton
L =2202.2 (normalized) or L =52.7 um (physical units)]
so that a; is now described by

2

z
| (63)

a; =a;exXp

The profiles (normalized by the peak amplitude) of the
enhanced second-harmonic radiation in the —1
diffraction order and in the specular direction are very
similar. Hence only the results for the —1 diffraction or-
der are presented. The normalized beam profiles of the
second-harmonic radiation in the —1 diffraction order
for both the lossless and lossy cases are shown in Figs. 8,
9, and 10 for peak intensities (]a;o|?) of 1074 1073, and
1072, respectively. At low levels of incident intensity
(Fig. 8, for example), the profile of the second-harmonic
radiation remains approximately Gaussian with a slight
broadening for the lossless case and a slight narrowing
for the lossy case. The center of the beam profile is shift-
ed in the direction of the propagation of the surface po-
lariton. The amount of the shift is comparable to the
width of the incident Gaussian profile. The lateral shift is
more pronounced for the lossless case than for the lossy
case at low incident intensities. The profile of the

1.00 q

BEAM PROFILE

0.00 —_—— =
0 2000 4000 6000

NORMALIZED DISTANCE

™
8000

FIG. 8. Profile of the amplitude of the second-harmonic radi-
ation in the —1 diffraction order when the incident wave has a
Gaussian profile of width L =2202.0 (normalized) (short-dashed
line). The peak incident intensity is 10™*. The extent of the
grating is assumed to be infinite. Solid line is for the lossless
case; long-dashed line is for the lossy case.
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FIG. 9. Same as Fig. 8 for the peak intensity of 1073,

' 8000

second-harmonic radiation progressively deviates from
the Gaussian form as the incident intensity increases. At
intermediate levels of the incident intensities (Fig. 9, for
example), asymmetries in the beam profile develop with
prolonged tails. The amount of the lateral shift decreases
with increase in the incident intensity. The full width at
half maximum (FWHM) of the profile also decreases with
the increase in the incident intensity. At high levels of
the incident intensities (Fig. 10, for example), the profile
is quite different from the Gaussian shape. The peak am-
plitude in the second-harmonic radiation is reached (spa-
tially) before the incident amplitude reaches its max-
imum. This is because at high incident intensity levels,
the self-phase modulation of the surface polariton frus-
trates the phase-matching condition before the incident

BEAM PROFILE

0.00 —— — M
0 2000 4000 6000

NORMALIZED DISTANCE

" 8000

FIG. 10. Same as Fig. 8 for the peak intensity of 1072



1252

1000

LATERAL SHIFT

¢} T T T 1
-5 -4 -3

log;o (Jaiol?)

FIG. 11. The lateral shift of the beam profile of the second-
harmonic radiation in the —1 diffraction order as a function of
the peak intensity of the Gaussian profile of the incident beam
of width L =2202.0 (normalized). Solid line is for the lossless
case; dashed line is for the lossy case.

amplitude reaches its maximum. Thus, at the peak am-
plitude of the incident wave, the efficiency of excitation of
the surface polariton is very low. For the range of the in-
cident intensity for which the reflected second-harmonic
radiation has approximately the Gaussian profile, we
have plotted in Fig. 11 the lateral shift and in Fig. 12 the
FWHM as functions of the peak incident intensity for

2500

FWHM
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500 . .
-5 —4 -3

log; (lai0|2)

FIG. 12. The full width at half maximum of the profile of the
second-harmonic radiation in the —1 diffraction order as a
function of the peak intensity of the incident Gaussian beam of
width L =2202.0 (normalized). Solid line is for the lossless
case; dashed line is for the lossy case.
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both the lossless and the lossy cases. At low intensity lev-
els, the lateral shift for the lossless case is considerably
larger than for the lossy case. There exists an intensity
level at which the lateral shifts are the same for the loss-
less and the lossy cases. Beyond that intensity level the
lateral shift for the lossy case is larger than that for the
lossless case. Similar behavior in the FWHM is also ob-
served as Fig. 12 shows.

VII. CONCLUDING REMARKS

Surface-enhanced second-harmonic generation is a
nonlinear process. To study the spatiotemporal behavior
(dynamics of beams) of this process, the method of
decomposition of the incident pulsed beam into an in-
tegral of plane waves fails because the principle of super-
position is invalid. Further complication arises due to
the fact that (a) the amplitude of the surface polariton ex-
periences self-phase modulation, and (b) the efficiency of
excitation of the surface polariton depends on the in-
cident intensity due to the nonlinearity in the metal. We
have investigated the characteristics of the surface-
enhanced second-harmonic generation of pulsed beams,
using a singular perturbation procedure employing multi-
ple space and time scales. For smooth pulsed beams, the
slow variation of the wave amplitude is expressed by
derivatives on long space and time scales (rather than in-
tegrals), enabling us to linearize the problem in each or-
der of the perturbation. In so doing, the effects of the
self-phase modulation and the nonlinear excitation of the
surface polariton on the enhanced second-harmonic gen-
eration are successfully taken into account.

The resonant behavior of the enhancement factor with
respect to the incident angle for an incident plane wave of
infinite width has been presented previously.>* Comple-
menting those results, we have presented here the reso-
nant behavior for an incident quasi-plane-wave of finite
width. Moreover, the intensity dependence of the
enhancement factor and the optimum incident angle for a
quasi-plane-wave are included. These intensity depen-
dences are expected for nonlinear processes. When the
incident wave has a Gaussian profile, lateral shift of the
second-harmonic radiation, which is the nonlinear coun-
terpart of the well-known Goos-Haenchen shift, is pre-
dicted. This lateral shift is quite pronounced in the near-
linear regime of the incident intensity and should be ob-
servable in experiments.

APPENDIX A: THE SOURCE TERMS

The following are source terms for the second-order
fields:

0 d 5]
=->-B’ +-"E! —="-E} , Al
S12 8t1 y1+ 821 x1 axl z1 ( )
_ 0 ., 9 .,
S2= ar, Ex 9z, By (A2
Sp=—-2E4+-2By (A3)

— 5. Ea
at; ¢ ox,
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— a m ) m a m =__a_ m__a_ m __Q_ m
S“—EB“_F—E)ZE"I__Bx_IE“’ (A4) Ss3 at,Eﬂ a1, TN Vet NV 3z, 2»
9 9 9 gm
SSzz—-EﬁE +N1Vx1 EZBJ)"; y (AS) oz yl » (A14)
3 m 3 m = _ 08 zm_ 0 om 9 _om
562~—57E,,+N1V21+8713y1, (A6) Ses atlEzz 3 21+N1V2+N2Vzl+axlBy2
d 9 _pm
Sp= EZNI (N1 ) X, Vi +ax2 vl > (A15)
d 9 - _ 9 N _ 98N _ 0
—gz_o(NlNzl)—_az_l'Vzl ’ (A7) S73 atl N2 atle axo (NZVx1+Nle2)
__ 9 9 i) + a __9
ng__—a:Vxl'—Vxlgonl“Vzl—aZVxl a 0(N2 z1 Nl 22) X, VXZ ax2 Vxl
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1
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The following are source terms for the third-order fields:
9 d K] k) d VxZa)ac Vxl—VZIB%VxZ_VZIE%VxI
= — RV + — v ___Eu
S13 at B +at B 1+aZI 2 a El axl 22 ao 0 1
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~ ax 2 (A10) | 3
2 —Ea—[(Vfl-F Vel s (A17)
i) 9 0 3
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3 2 dt,
———E], (A13)
9x; The following are source terms for the fourth-order fields:
J
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APPENDIX B: FIRST-ORDER FIELDS; THE SURFACE POLARITON
—a,xq)expli(Bzy—wty)]+c.c., ,

—a,xq)expli(Bzy—wty)]+c.c.,

—a,xq)expli(Bzy—wty)]+c.c.,

=N,azexpla,xq)expli(Bzo—wty)]+c.c.,

N agexpla,, xq)expli(Bzo—wty)]+c.c.,
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APPENDIX C: SECOND-ORDER FIELDS
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APPENDIX D: THIRD-ORDER FIELDS
The third-order fields that are needed in obtaining the enhanced second-harmonic specular reflection are given by
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Here we have assumed that the fields with the phase factor exp{i [(B—2K)z,—wt,]} is a propagating wave in vacuum.
Otherwise, K, _,=[w?—(B—2K)?]!/? should be replaced by K, _,=ia, _,=i[(B—2K)*—»?*]'”%. The wave amplitudes
3,—1and A% _ are given by Egs. (50) and (48), respectively. The wave amplitudes 45, and 47, are given as
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