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We present a nonperturbative theory of second-harmonic generation in reflection from a metallic
grating. p-polarized light of frequency w is assumed to be incident on the grating surface from the
vacuum side, with the plane of incidence perpendicular to the grooves of the grating. We employ
the method of reduced Rayleigh equations to solve Maxwell’s equations in the presence of a non-
linear polarization and calculate the diffracted field at the frequency 2. In the vicinity of the fre-
quency where the incident photon couples to surface polaritons on the grating we obtain an enhance-
ment of the second-harmonic intensity by a factor of ~ 10* over its value for a flat surface. The ef-
fect of the surface current density in the nonlinear polarization on the enhancement is analyzed.
Numerical results are presented for a grating of silver.

I. INTRODUCTION

The second-harmonic generation (SHG) of light in re-
flection from a metal surface!? has attracted considerable
interest recently due to the experimental discovery by
Chen et al.® that SHG at a silver-air interface can be
enhanced by a factor of ~ 10* by roughening the surface.
The roughness-induced excitation of a surface polariton
by the incident light resonantly enhances the magnitude
of the nonlinear source term in Maxwell’s equations re-
sponsible for the reflected light at twice the frequency of
the incident light, and leads to the effect observed by
Chen et al.?

A quantitative theory of this effect is difficult to con-
struct because a randomly rough-surface profile is very
difficult to treat, except in the small-roughness limit.
However, the deterministic, periodic surface profile pro-
vided by a one-dimensional grating can be used as a model
for a randomly rough surface.* Such a surface also allows
the incident light to excite surface polaritons and thereby
enhance the intensity of second-harmonic generation in
reflection. Recently, using perturbation theory, Agarwal
and Jha’ calculated the enhancement of the SHG in re-
flection from a metal grating surface.

However, one of the advantages of using a grating sur-
face instead of a randomly rough surface in studying opti-
cal interactions at rough surfaces is that such interactions
can be studied exactly in this case without the amplitude
of the grating being treated as a small perturbation.

In this paper we present an exact calculation of the
SHG in reflection from a metallic grating, assuming p-
polarized light of frequency @ to be incident on the grat-
ing surface from the vacuum side, with the plane of in-
cidence perpendicular to the grooves. Since in p polariza-
tion the magnetic field has only one nonzero component,
in Sec. II we obtain a scalar wave equation for this com-
ponent of the magnetic field, at frequency 2w, in the pres-
ence of the nonlinear polarization. For the nonlinear po-
larization, which consists of a bulk term and contributions
from two surface current densities, one normal and one
tangential to the surface, we use the results of Sipe et al.®
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In Sec. III we employ the method of reduced Rayleigh
equations’ to solve the equation for the magnetic field at
frequency 2w and obtain the amplitudes of the reflected
waves. An advantage of this method is that only the elec-
tromagnetic fields directly required are calculated, which
reduces the computations by a factor of 2. Thus, in the
calculation of the first-order fields only the fields in the
metal are obtained: The first-order fields in the vacuum
are not required and enter the theory indirectly only
through the boundary conditions satisfied by the fields in
the medium. Similarly, only the second-harmonic fields
in the vacuum are calculated: Those in the metal appear
only indirectly through the boundary conditions satisfied
by the fields in the vacuum. In Sec. IV we present numer-
ical calculations for a grating of silver and discuss the re-
sults obtained. In Appendix A we obtain the amplitudes
of the magnetic field—at the fundamental frequency o—
inside the metal.® These amplitudes are required for the
calculation of the nonlinear polarization presented in the
text. Finally, in Appendix B we present the boundary
conditions at a corrugated surface, for the magnetic field
at frequency 2w, in the presence of the nonlinear polariza-
tion.

After the present work was completed a paper appeared
in which a very general treatment of nonlinear optical in-
teractions (viz., nonlinear mixing of two incident fields,
optical rectification, and second-harmonic generation) at
grating surfaces is presented.’ In this work, as in the
present paper, the surface profile function is not treated
perturbatively, but the authors of Ref. 9 do not use the
Rayleigh method: they use instead the differential
method,'® in which the Maxwell equations are integrated
numerically across the selvedge region. With this method
it is possible to study more strongly corrugated surfaces
than is the case with the method of reduced Rayleigh
equations used here. Fortunately, many of the most in-
teresting effects occur for corrugation strengths that are
sufficiently small for the method of reduced Rayleigh
equations to be valid. Another difference between the
present work and that presented in Ref. 9 is that in the
latter work, in the case of a metal, the nonlinear polariza-
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tion appears both as a source term in the Maxwell equa-
tions for the second-harmonic fields and in the boundary
conditions they satisfy. In the present work the second-
harmonic (magnetic) field satisfies a homogeneous equa-
tion, and the nonlinear polarization enters only through
the boundary conditions. This formulation of the prob-
lem leads to some computational simplifications.

II. FIELD EQUATIONS IN THE PRESENCE
OF A NONLINEAR POLARIZATION

In this section we present the basic equations for the
electromagnetic field of the system that we are analyzing,
which consists of a nonlinear medium (metal) filling the
half-space z < £(x), while vacuum occupies the half-space
z>&(x). The surface profile function §(x) is assumed to
be a periodic function of x with a period a (Fig. 1). A p-
polarized electromagnetic wave of frequency o is incident
on the vacuum-metal interface at z =¢£(x) from the vacu-
um side. If the plane of incidence is taken to be the xz
plane, i.e., if it is perpendicular to the grooves of the grat-
ing, the electric and magnetic fields in our system can be
written as

H(Z,0)=(0,H,(x,z | 1),0) 2.1

and
E(X,0)=(E,(x,z | 1),0,E,(x,z | 1)) . 2.2)
From Maxwell’s equations, with =1, we have
e) 10
— aZH},(x,z |[t)= . 8tD"(x’t [2), (2.3a)
|
62 62 1 9? 47 9
— = |H,(x,z |t ’
ax2 " 3z2 o2 ar? yonz [0— c f (e —

where X(¢ —t') is the linear susceptibility. In order to ob-
tain an equation for the harmonic components of the
magnetic field we expand all fields in the usual way'
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FIG. 1. Geometry analyzed in the present paper. The metal
has a sinusoidal profile with period a and amplitude &.

9 19

i Hy(x,z |[t)= Y D,(x,z |1), (2.3b)
and
d 19
% —E,(x,z |t)— E (x,z | t)= _— —a—tHy(x,z [8). (2.4)

Since H(i’,t) has only a single nonzero component it is
convenient to work with it. Thus, expressing the displace-
ment vector in Egs. (2.3) and (2.4) as

D(%,1)

=E(X,1)+47P LR, 1) +47PNL( 1) , 2.5

L —NL

where P (X,t) and P (X,?) are the linear and nonlinear
polarizations, respectively, we obtain a scalar wave equa-
tion for the magnetic field given by

2 2
97 aaz 12 :ﬂ Hy(x,z |)=0, z>§(x)  (2.6a)
and
9 | ")
47 0 | O d
o |3 P ez 0= Pz [0 |, 2<E(x),  (2.6b)
|
2 2
gax—z+—aaz—2 Q-M mezlco)~0 z<§(x),
(2.10b)

Hy(x,z | )= H{"(x,z | w)e "

+HP(x,z | 20)e "2 4 - 2.7)

E (x,z | )= E"(x,z | w)e "
+EP(x,z | 2w)e ~HO 4 - - | (2.8)

E,(x,z |t)= EV(x,z | w)e ~i*
+EP(x,z |2w)e " HO - -+, (2.9)
and substitute these expansions into Egs. (2.6). In this

way we obtain as the equations for the amplitude of the
magnetic field at frequency @

[az 3?

_._._+__+— H“’(xz|ca)_0 z>&(x) (2.10a)

o 3z?

where €(w) is the frequency-dependent dielectric constant
of the metal, while the equations for the amplitude of the
second harmonic of the magnetic field take the forms

82 3?
w2t H‘Z’(ngzm)_o z>&(x) (2.11a)
Z
3?2 92 40%(20) 2)
gﬁ—ky -—c‘z———‘ Hy (x,z [260)
—Smw[VXP (x,z | 20)],, z<G(x), (2.11b)

where we have used the fact that

—NL —NL .
P (X|0=P (X|20)e 2. (2.12)
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The solution of the first-order equations (2.10), together
with the associated boundary conditions, for the elec-
tromagnetic fields in the metal [z <£(x)] that enter the
nonlinear polarization is described in Appendix A. In the
remainder of this section we focus our attention on the
second-order fields.

In Eq. (2.11b) only the bulk contribution to the non-
linear polarization can contribute to the inhomogeneous
term. However, as given by Eq. (B1) in Appendix B, this
bulk contribution to the nonlinear polarization can be
written in the form

(2.13)

where ¢(X|2w) is a scalar function. Since VXV
#(X | 20)=0, P§“(X | 2) does not contribute to the inho-

—NL —
Pp (X|20)=V¢(X|20),
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inhomogeneous term in Eq. (2.11b), and consequently the
wave equation for the second harmonic of the magnetic
field becomes a homogeneous differential equation given
by

2 (2)

ax? T az2 2 B,z [20)=0, 2500 (2140
K 4@26(20)) 2) _

ax? +53 322 —cz— Hy"(x,z | 20)=0, z<§&(x).

(2.14b)

The nonlinear polarization therefore contributes to the
magnetic field only through the boundary conditions. As
shown in Appendix B, they are given by

|

32micybs 1 | 3 3 ) 3 ..
H? (x,z |2 = - | = H W, ) "(x)—HY(x,z |0)+—-—H"V(x,z |0)
y (x| 20)] wew)? g |on"? xz|o) |16 az ™’ | ax 7 | T
(2.15a)
and
1 3 " 1 l6miye 1 ] 32
-1 (2) — 2omyec 111 9 g 9 g
€(2w|z) dn an by (%7 [ 20) T €20) welw) g axH (x,z | @) 2 (x,z |@)
+E(x) H‘”(xz| B Bz | o)
aZZ ¥y ’
3
+ HH}' (x,z |®)
X aiH“)(leco +§'(x) H“)(leco) }
z=§(x)"
2miyeas 1 3 (1)
_————we(w)z E S;Hy (x,z l(l))
2
x —g—ll‘g'(x)g"(x)%H;”(x,z )+ Bz | @)
§”(x)[1—§’(x)2] HV(x,z | o)
2 " )LH(I)( ) 1 " 9? HD
* gzé' X axar by w2 @ +g2§ x)y y oz @)
+ %H;”(x,zlw)]
§( )" (x )_mezlw)+ 2§'( )2 H‘”xz]co
2§(x) H‘”(lew
1., 398
-+ —2§ (x) —~5Hy (x,z |®) s (2.15b)
4 9z z=£(x)

where we have used the notation
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X)) | T=¢(X) | s mg+ =) |, _ge- » (2.16)

and where the quantities v, by, g, g, €(2w | 2), etc. are defined in Appendix B.

III. THE METHOD OF REDUCED RAYLEIGH EQUATIONS
FOR THE SECOND-HARMONIC FIELD

In this section we obtain the amplitude of the second-harmonic field reflected from the grating, by the method of re-
duced Rayleigh equations.” We require the solutions of Eqs. (2.14) to be outgoing waves or exponentially decaying at in-
finity. Then the solutions of Egs. (2.14) outside the grooves of the grating that satisfy these boundary conditions can be
written as

H;,z)(x,z | 20)= i Ap(2k |2w)exp[ik;2)x +iay(2k |20)z], z>§(X)max (3.1a)

p=—o

and

HP(x,z |20)= 3, B,(2k |20)expliky’’x —iB,(2k |20)z], z<&(X)may » (3.1b)

P=—w

where we have defined

.
kp=2k+Tp (3.2)
12
2k | 20) = 40’ oy 202 42,2
ap(2k |20)= | 25— (2 |, (PP <do?/c (3.32)
N 40? i )2 2,2
=i [(k, )—-—c~2— s (k™) >40°/c”, (3.3b)

B,(2k | 20)= Ref, (2K | 20)>0, ImB,(2k | 20)>0, : 69

40)26(2a)) (2)\2 12
e (A

and

k=(w/c)sinb , (3.5)

where 6 is the angle of incidence. If a,(2k |2w) is real, 4,(2k |2w) is the amplitude of the pth-order beam diffracted
from the grating at the frequency 2w. If @,(2k | 2w) is imaginary, the corresponding contribution to H}(,z)(x,z | w) and
the remaining electromagnetic field components are localized to the grating surface.

The Rayleigh hypothesis!! consists of the assumption that the expressions for the fields given by Egs. (3.1), which are
valid outside the selvedge region, can be continued in to the interface itself and used to satisfy the boundary conditions,
Egs. (2.15). When this is done we obtain the following pair of equations for the determination of the coefficients
{4,(2k |20)} and { B,(2k | 20)}:

i {4,(2k | 20)explia,(2k | 2w)E(x)]—B,(2k | 20)exp[ —iB,(2k | 20)5(x)]}exp(ik,>x)

P=—w

32micy b, 1 &
- k Ko 10w — /0B (K
oe@l 1FTEGT 2, 1Bk 1160 ke =C B K |01

X By (k | 0)B,(k | 0)exp{i (Kp -+kn)x —i[Bm(k | @)+By(k |@)1EX)} ,

(3.6a)
and
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S | [ap(2k | 20)—¢'(x)k14,(2k | 20)explia,(2k | 20)¢(x)]

P=—o

1
+m[3p<2k | 20)+&'(x)k, 1B, (2k | 20)exp[ —iB,(2k | 20)¢(x)] |explik Px)

1 1 &
=L _16meY S [y Pt B (K [ 0)Ba(K | 0)]+E 6B (| @) ([By(K | @) Pty })

T €20) vel0) , 2,
X B (k | @B, (k | @)explilkp +ky)x —i[Bn(k |©)+By(k | 0)15(x))

32171"}’0(15 © §"(x)k,,,
- = {E(x)ky +[1—C(x)*]B (k | @)
C()E(CO)2 M,ng—w {1+[§/(x)]2}2 {g X +[ § X ]B ICO }
_ Km
+ 1+[&(x)]?
&) ”(x)_B (k | )B, (k | @)

(i) otk @btk ]

{ — Uk 2428 (x)kn By (k | @) —§'(x)[Balk | )]}

L0 it ek Bk o) (kP a2 2
1+[§:(x)]2ﬁm( |CL)){ §(x) nBn lCl) (n) §(x) [Bn(k’a))]}

X Bk |@)B,(k | 0)expi (kpy +kp)x —i[Bm(k |@)+By(k |@)]5(x), (3.6b)

where the quantities k;, B;(k | ), and B;(k | ) (i =m,n) are associated with the field H;”(x,z | @) and are defined in
Appendix A.

Now we focus our attention on the coefficients { 4,(2k | 2w)} that give the amplitudes of the waves reflected back into
the vacuum. We can eliminate the coefficients { B,(2k | 2w)} from the pair of equations (3.6) to obtain an equation for
the { 4,(2k |2w)} alone. We do this by first multiplying Eq. (3.6a) by

[B,(2k | 20)— &' (x)k P Jexplik¥x —iB,(2k | 20)E(x)] ,

then multiplying Eq. (3.6b) by €(2w)exp[ —ikPx —iB,(2k | 2w)&(x)], adding the resulting pair of equations and finally
integrating the result with respect to x over the interval (—a /2, a/2). In this way we obtain

& |1 per : .
,,}_"m ;f_a/zdx exp{ —i (k2 —kP)x —i[B,(2k | 20)—a,(2k | 20)15(x))}

X {[B(2k | 20)+€(20)a,(2k | 20)]—&'(x)[k> +€(2w)kP1} 4,2k | 20)
lf“/z d (D _ g2 .
+ ) o pdxexp{—ilk,” =k, )x —il B (2k | 20)+B,(2k | 20)16(x)}

X { — [B,(2k | 20)— B, (2k | 2]+ (x)(k{* + 2} B, (2K | 20)

_Jemievbs g %fjiz/zdx exp{ — (k2 — Ky, —k)x —i[By(2K | 20)+Brn(k | @)+ Balk | @)1500)]

we(w)? mn=—ow

1

TH e [B,(2k | 20)—&' )k (B (k | @) +&' (X [y —E'(x)B, (K | )]

X B,k |0)B,(k | o)
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a/2

2omiey 3 L exp—i (6P ki — ey Jx —i[B,(2K | 20)+ By (K | @)+B, Kk | @)16(0))

1
2
we(w) mn=—w ¢

X (=K [(kp )+ Bk | @)B,(k | )]

+EX)Bm(k | @) {[By(k | @)1 +kimkn})B, (| @)B,(k | o)

2miycase(2w) & 1 pas2 21.(2) ;
TN 3 el itk ey —ilB, 2k | 20)+ Bk | 0)-+B,k | 011600

é-:/(x)km

m(g’(x)kn +{ 1"[§l(x)]2}ﬂn(k |®))

ik,

+—-———-———
14£'(x)?

! ) "
T e Bt |08,k )

{ =k P42 (x)kn By (K | 0) 5" (X [By(k | )]

_'1;{('2)—2 Bun (ke | @) (26" (x)kn By (k | @) — (ki 2 = §' 6V By (k | @)1}

X Bp(k |@)B,(k |@) . (3.7)

When we integrate by parts the terms containing £'(x) on the left-hand side of Eq. (3.7), the coefficient of
{ B,(2k | 2w)} vanishes, and we obtain

i B (2k | 20)a,(2k | 20)+KkPkP | 1
Pe—c By (2k |20)—a,(2k | 20) a

74 (k) —k)x —i[B, (2K | 20)—ay (2K | 20)16(x)} 4,(2K | 20)
X _a/zxexp{—-z r =k )x —i[B,(2k | 20)—a, [20)]5(x)} 4, | 20

_ 1 3mievh, ¥ [B.02k 2018wk |0)kn YO (B (2K | 20),B(K | 0),B8,(k | )
€w)—1 we(w)z mn=—c

+{B,(2k | 20)[kpmky —Bm(k |@)By(k | 0)]—kPBy(k | )k, }
- XY B2k | 20),Bp Kk | @), B,k | @)
— B2k | 20)kin By (k | @)+ K2 [k — B (k | @B, (K | 0)])
X Y2y _ (B (2K | 20),Bp(k | ©),8,(k | @)
+ kP By (k | @) Y2 1y _1(B,(2K | 20),Bp (K | @), By (k | ))1By(k | 0)B,(k | )

1 16micy
€20)—1 we(w)?
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Bm(k ,w){[ﬁn(k |w)]2+kmkn}(kr(2)—km_kn)
B, (2k | 20) 4Bk | @)+ B,k | @)

X X | knl(ky) 4Bk | 0)B,(k |0)]+

m,n=—oo

1 o2 .
X 2 f_a/zdxexp{ — ik — Ky — k)X

—i[B,(2k | 20)+ Bk | @)+ By(k | ©)1E(x)} By (k | 0)B, (K | @)

1 32miycage(2w)

T eRo)—1 we(w)?

X S [—ilkmky Pt L kn — Bk | @Bk | @)k — ki — k)

XY (B (2k | 20),Bp(k | @),B,(k | @)
+i{[2knBuk | )+ Bk | @k, k,
— 3 [kmkn —Bm(k | 0B,k | @)1[B,(2k | 20)+ By (k | @)+B,(k |@)]
+ kb (kP — K — k) YV (BL(2K | 200), Bk | @),Ba(k | @))
+i{—[2Bm(k | @)Ky +KpBa(k | @)]1By(k | @)+ kimkn[B(2Kk | 20)+ B (k | @)+ B,k | )]}
X Y2 B2k | 20),B(k | @),B4(k | @)
—iBm(k | @)[Bak | )Y _a(Br(2k |20), Bk | 0),Blk | )
+[kmBn(k | @) —kpmky 1Uy _p _p(Br(2k | 20), B (k | @),B,(k | )], (3.8)
where

Y o _n(B,(2k | 20),Bm(k | @),B,(k | )
B (4(5.2) S

_l a/2 .y (2) .
= p f_a/zdxexp{—l(kr _km_kn)x l[ﬁr(zk |2w)+Bm(k |a))+Bn(k Iw)]g(X)} 1+[§1(x)]2 ’
with /=0, 1, 2, 3, and
Uy _pn—n(Br(2k | 200), Bk | ©),B4(k | @)
1 a2 . 1.(2) . g”(x)
=;f_a/2dxexp{——z(k, —km —ky)x —i[B,(2k | 20) +Bpm (k | 0)+Ba(k | @)]15(x)} T e (3.10

IV. DISCUSSION OF NUMERICAL RESULTS

In this section we present and discuss the numerical results obtained for the intensity of the second-harmonic field re-
flected from a grating characterized by a sinusoidal profile, given by

§(x)=_gocos Z—Z—x 4.1)
For this profile function we can rewrite Eq. (3.8) as
péwM,,,,(zk | 20)4,(2k | 20)= 6(2501)—1 i:(r;f;; mé_wc""""uk |20)By(k |@)By(k |@), r=0,+1,+2,...
4.2)

with
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0K | 20,2k |20 + kKD
B.(2k | 20)—a,(2k | 20) () ~PJ, _p([ay(2k | 20)—B,(2k |20)]1E0) “3)
r P

M, ,(2k |20)=

and

Bk | 0){[Bu(k | @)+ kpky} (kY — Ky —ky)
B2k |20)4 Bk |0)+ B,k | o)

Crmn(2k | 20)=— |kp[(ky)*+ Bk | @)B,y(k | 0)]+
X @Y T, (= [B,(2k | 20) 4B (k | @)+ B,k | ©)]1E)
+(2b,B,(2k | 20)B (K | @)k,
+ia,€(20)(2ky, (ky 2+ [kpky —Bm(k | 0)B,(k | @)1(k? —kp —k,)})
X Y32 _n(B,(2Kk | 20,8k | 0),B,(k | @)
+(2b4{B,(2k | 20)[kpmky — Bk | @)B,(k | @)]—k* Bk | @)k, }
—ia,€(20){ 2[KkpB(K | ©)+ Bk | @VenVen —[Kmkn — B (k | @)Ba(k | @)]

X[By(2k | 20)+ Bk | @)+ Bylk | @)1+ 2kpmky (k> —Kpy —ky)})
XY (B (2k | 20),B(k | ©),B,(k | ®))
—(2b,{B,(2Kk | 20k Br(k | @)+ Kk [ KKy —Bm(k | ©@)By(k |©)]}

+iase2w){ —2[2B,,(k | @)kp +kpmBrk | ®)]B,(k | @)
+2kpky[B,(2k | 20)+ Bk | @)+ B,k |@)]})
X Y2 a(B(2k | 20),Bp(k | ©),Bs(k | )

+2{bsk ki By (k | @) +ia,€(20)Bm(k | @)[Ba(k | )]} Y2, (B, (2k | 20),8 (k | 0),B,(k | @))
—2ia,€(20) [k By (k | ©)—kmkn Uy _py _n(B,(2k | 200),Bpm(k | 0),B,(k | @), “.4)

where J,(x) is a Bessel function.

In order to calculate the enhancement of the second-harmonic field we must normalize all Fourier components
{ 4,(2k |20)} by the amplitude of the reflected field at a flat surface. This amplitude can be calculated by taking £(x),
£'(x), and £"(x) equal to zero in Eq. (4.4). In this way we obtain

Bo(2k | 2w)ao(2k | 2)+4k? 1 16micy

A k = 2
Bo(2k | 20)—ag2k [20) 2K 120)= 5 T wet)? o002k 1 20)[Br(k [@)T, “.3
where
Co,00(2k | 20)=k(— {k2+[Bolkw)1?} +2b,Bo( 2k | 20)Bo(k | )+ 2ia,e(2w0)k?) . 4.6)
From Egs. (4.5) and (4.6) we find that
2
B¢k | @)
A2k | 20)= — 16mi%k | =L Y
7(2k | 20) e Ve €(2w)ag(2k | 20)+ Bo(2k | 20)

2bgc? c2k?
1 ————=PBo(2k | 20)By(k | w)—2ia,e(2w) 5
€(w)o e(w)w

X 4.7)
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where A7(2k |20) and Bs(k |®) are the amplitudes of
the fields at the flat surface.

We define the efficiency of the nth-order beam diffract-
ed from the grating at the frequency 2w in the same way
that this is done for the nth-order beam diffracted at the
frequency w,'? viz., by dividing the total energy in the dif-
fracted beam crossing a plane z =const in the + z direc-
tion by the total energy in the incident beam crossing the
same plane in the —z direction, and picking off the con-
tribution proportional to | 4,(2k | 2w)|2. If we now nor-
malize this efficiency by the corresponding one for the
flat surface, we obtain the grating induced enhancement
of the second-harmonic efficiency,

_ a,(2k |20) ] 4,(2k | 20) |?
" ag(2k |20)| 42k |20) ]2

We will call this quantity the intensity of the nth-order
diffracted beam at frequency 2w. We will be concerned
only with the values of I, associated with diffracted
beams, i.e., those for which a,(2k | 2w) is real.

In order to present the numerical results illustrating the
grating induced enhancement of second-harmonic genera-
tion, we assume a grating of silver with a period
a=8000 A and the frequency of the incident radiation
corresponding to 1.17 eV. This frequency corresponds to
the one used by Chen et al.? in their study of the enhance-
ment of SHG by a randomly rough surface. The dielec-
tric functions at the fundamental frequency and at the
second-harmonic have the values

e(w)=(0.04+7.5i)?

(4.8)

(4.9a)
and

€(20)=(0.054+3.4i)* , (4.9b)

respectively.

The coefficients { 4,(2k | 20)} are obtained by solving
Eq. (4.2) with a matrix M of finite dimension N (corre-
sponding to r,p=—N/2,...,0,...,N/2—1) and in-
creasing N until a convergent solution is obtained. Since
in the method of reduced Rayleigh equations the solutions
converge only for small values of the corrugation strength
$o/a, we consider values of {y/a <0.03. For these values
of the corrugation strength we obtained convergence for
N <20.

The dispersion curve for a surface polariton on a grat-
ing surface depends on the corrugation strength. Howev-
er, for small values of this corrugation strength, the
difference between the dispersion curves for a surface po-
lariton on a grating at a flat surface is not significant.!3
Thus, we can analyze the coupling between the incident
radiation and the surface polariton on a grating by using
the dispersion curve for a flat surface.

In Fig. 2 we present the dispersion curve for a surface
polariton on a flat surface. For an angle of incidence
6=18.39° we observe that at the fundamental frequency
k_i1=—ky(w), where k,,(w) is the real part of the
wave vector of the surface polariton at the frequency w.
Thus, at this angle the incident photon excites a surface
polariton, with frequency o, on the grating surface, and
enhances the amplitudes 4_;(k |w) and B_,(k |®), Eq.
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FIG. 2. Dispersion relation for surface polaritons on a flat
surface (solid line). The dashed line is the light line.
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FIG. 3. Intensity I_, as a function of the angle of incidence
for by=—1, a,=—2, and (a) {,/a =0.015 and (b) &y/a =0.02.



30 SECOND-HARMONIC GENERATION IN REFLECTION . .. 3011

(A3). In fact, the propagation constant a_;(k |®), Eq.
(ASa), at this angle of incidence is imaginary, which
means that 4_(k |®) and B_;(k | @) correspond to lo-
calized fields. However, the corresponding a_(2k | 2w),
Eq. (3.3a), is real, and the second-harmonic beam associat-
ed with 4_,(2k |2w) is an outgoing wave. Since from
Egs. (4.2) and (4.8) the intensity I_, is approximately
proportional to | B_(k | @) | %, we expect that an increase
in the amplitude B_(k |w) corresponds to an enhance-
ment of the intensity I_; of the second harmonic. In
fact, we observed that not only I _; is enhanced, but other
diffracted beams can have significant amplitudes at this
angle of incidence.

Now, if we consider an angle of incidence 6=16.15° we
observe that k%) = —kpoi(20), where k,(20) is the real
part of the wave vector of the surface polariton at the fre-
quency 2. Thus, at this angle the incident photon excites

a surface polariton, with frequency 2w, on the grating sur-
face and enhances the amplitude 4 _,(2k |2w). However,
the propagation constant a_,(2k |2w), Eq. (3.3b), is
imaginary, and we cannot observe the diffracted intensity
I_, because A _,(2k |2w) is the amplitude of a localized
field. However, the excitation of the surface polariton at
the frequency 2w is associated with a decrease of the

determinant of the matrix M in Eq. (4.2), because the van-
ishing of its determinant is the dispersion relation for the
surface polariton at the frequency 2w. Consequently not
only A_,(2k | 2w) increases but A _(2k | 2w) also can in-
crease, and in this way we can observe an enhancement of
the intensity I_; of the mode (—1) and of other modes at
this angle. At an angle of incidence 6=22.6° we have
k(f)zkpol(Zw), but a_(2k |2w) is imaginary and I; cor-
responds to an evanescent wave. However, as is the case
at the angle 6=16.15°, we expect an enhancement of the
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|0B o =8000.0 (o) 108 |- a =8000.0 (b) —
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FIG. 4. Intensity 7_, as a function of the angle of incidence for £,/a =0.01; b;= —1; and (a) a;=1, (b) a;,=0, and (c) a;= —2.
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intensities of other modes associated with outgoing waves.

In Fig. 3(a) we present the intensity I_; as a function
of the angle of incidence, for a corrugation strength
£o/a=0.015 and surface current-density parameters
b,=—1 and a;,=-—2. We observe an enhancement
(I_;=1.09X10°) at the angle 6= 18.39° which is associ-
ated with excitation of the surface polariton on the grat-
ing with frequency w. At the angles 16.15° and 22.6°, I _,
increases due to the excitation of the surface polariton at
the frequency 2w. However, the enhancement of I_; at
an angle of 16.15°, due to the increase of I_,, is larger
than the enhancement at the angle 22.6°, due to the in-
crease of I,, because the mode (—2) is closer to the mode
(—1) than to the mode (1). In fact, the increase of I, has
a larger effect on the intensity of the outgoing beam (0).

In Fig. 3(b) we present the intensity I_; as a function
of the angle of incidence, for the same parameters b; and
a,, but with the corrugation strength §y/a =0.02. Again,
we observe enhancements of I_;, but the angles at which
they occur differ from those obtained in Fig. 3(a) by
A6=0.005°. This difference is due to the fact that the
dispersion relation for a surface polariton on a grating
surface depends on the corrugation strenz%th, and conse-
quently the relations k _; = —ky(®), kin)= | kpu(20) |,
n =—2,1, depend on the ratio {y/a. The enhancement at
the angle 18.39° is now 1.49x 10°, which means that the
enhancement of I_; increases with the corrugation
strength, at least for the values of §y/a considered in this
paper. In fact, at the fundamental frequency o the ampli-
tudes 4_;(k |w) and B_,(k |w) initially increase when
we increase the corrugation strength, reach a maximum
value at a critical value of the corrugation strength, and
then decrease. This effect does not occur for the ampli-
tude 4 _,(2k | 20) in SHG for the values of {,/a we have
considered, although it is not ruled out for larger values of
o/a.

In the present paper we have used the result of Sipe
et al.b for the surface current density, which contains two
phenomenological parameters. One is associated with the
current parallel to the surface, b;, and the other is associ-
ated with the current perpendicular to the surface, a;.
They have argued that b, has the universal value —1,
while a, is of order unity but could have either sign. In
Figs. 4(a)—4(c) we present the effect of the perpendicular
current on the enhancement of I_; when {y/a=0.01 and
by=—1for a;,=1, 0, and —2, respectively. The enhance-
ment of I_; at the angle 18.39° is 4.26x10°, 3.5Xx10°,
and 8.5X% 10% corresponding to the values a;=1, 0, and
—2, respectively. Since a;=0 means that we neglect the
effect of the perpendicular component of the surface
current, from the results obtained we conclude that the
contribution of this component is significant and it in-
creases or decreases the value of I_; for a; positive or
negative, respectively.

Recently Agarwal and Jha,® using perturbation theory,
calculated the SHG from a grating. In this calculation
they assumed that the tangential component of the elec-
tric field was continuous across the boundary surface.
However, from the results obtained in the present paper,
we find that the perpendicular component of the current
cannot be neglected, that is, we have to take into account

the fact that the tangential component of the electric field
is discontinuous across the boundary surface.

In our problem we generalized the surface current den-
sities, assuming that the surface was locally flat. For a
rough surface Rudnick and Stern'* suggested a value of
by=+ to take into account the diffuse scattering of the
electrons from it. It is therefore of interest to see the ef-
fect of changing b, particularly in the direction of values
closer to 5. If we consider {y/a=0.01, a,=—2, and
by=—, the enhancement of I_; at the angle 18.39° is
1.1 10% which is smaller than the result shown in Fig.
4(c) for by=—1. However, since we used small corruga-
tion strengths, we expect that we can use the flat surface
value by=—1, but for larger corrugation strengths we
would have to take into account the fact that the surface
is nonflat.

Finally, we note that the method of reduced Rayleigh
equations can be used to obtain an exact solution for the
SHG at a grating surface with small corrugation
strengths. Since we can control the period and the ampli-
tude of the grating, we expect that this system can be used
to obtain the coefficients b; and a, experimentally.
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APPENDIX A: MAGNETIC FIELD
AT THE FUNDAMENTAL FREQUENCY

A calculation of the magnetic field at the frequency o,
for a p-polarized electromagnetic wave incident on a
dielectric grating, is presented in Ref. 8. In this appendix
we summarize the results needed in the present paper.

The scalar wave equation (2.10) satisfied by the magnet-
ic field has to be supplemented by the following boundary
conditions at the interface z =§(x):

H(xz |0)|,_g,-=H"xz|0)|,_,+ (Ala)
and
_1 3 o 9 (1
e(w) on Hy (x’z|w)l1=§‘x)‘=5n_Hy (x.2 'w)|z=§(x)+ ’
(A1b)

where d/9n is the derivative along the normal to the in-
terface and is given by

)

™ (A2)

_ w2 =172 | sy O O
={1+[&'(x)]*} ‘ §(X)ax+az

The solutions of Eq. (2.10), outside the grooves of the
grating, that are outgoing waves or exponentially decaying
waves can be written in the forms
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H{V(x,z | o)=explikx —iaglk |@)z]+ 3 Ay(k |w)explikyx +iay(k |©)z], 2> Emax (A3a)

p=—o
= 3 B,k |w)explik,x —iBy(k |®)z], z<Emin > (A3b)
pP=—m

where we have defined

ap(k |0)=[(@*/c})—kJ1'?, k;<a?/c? (Ada)
=i[k}—(0?/c)]'?, kP>w?/c?, (A4b)
and
5 172
B,k | @)= e(w)%—k:] , ReB,(k |0)>0, ImB,(k |0)>0, (A5)
with
kp=k+2L, p=0,%1,%2,.... (A6)

The Rayleigh hypothesis!! is the assumption that the solutions given by Eqgs. (A4) can be continued in to the interface
itself and used to satisfy the boundary conditions, Eqgs. (A1). When this is done we obtain a pair of equations for the
determination of the coefficients { 4,(k |®)} and { B,(k |w)}:

i {—Ap(k |w)explik,x +iay(k | @)5(x)]+B,(k | w)explik,x —iB,(k | @)5(x)]} =exp[ikx —iayk | w)E(x)],

P=—o

(A7a)
2“ [—iay(k |@)+ik,E'(x)]Ap(k | @)explikyx +ic,(k | w)5(x)]
p=—o
e(iu)[ iBy(k |@)—ik,§'(x)]B,(k | @)explikyx —iBy(k | @)5(x)]

=—[iaglk |@)+ik§'(x)]explikx —iaglk |0)5(x)] . (ATb)

Since the second-harmonic field depends on the field inside the metal, we can eliminate the coefficients { 4,(k | )}
from the pair of equations (A7) to obtain an equation for the { B,(k |w)} alone. We do this by first multiplying Eq.
(A7a) by [ —ia,(k | 0)—ik,'(x)]explik,x +ia,(k | w)&(x)] and Eq. (B7b) by exp[ —ik,x +ia,(k |0)5(x)]; we integrate
each of the resulting equations with respect to x over the interval (—a /2, a /2); and finally we add the two equations so
obtained. The result can be written in the form

e o,k |0)By(k |w)+k,k,
a,(k |0)—B,k |w)

2e(w)apk | @)
l1—elw)

Y,_,(a,(k |©),8,(k |@)B,(k |@)= 8,0 » (A8)

p=—o
where
1 par2 : .
Y, _pla,(k|w),B,(k |w))=;f_a/2dx exp{ —i(k, —k,)x +i[a,(k |0)—B,(k |®)]{(x)} . (A9)

In particular, if we assume

E(x)=Cqcos %}x : (A10)

the function defined in Eq. (A9) is
Y, _pla,(k|0),By(k |0)=) "2, _,([a,(k |0)—B,(k |@)]E0) , (A11)

where J,(x) is a Bessel function.

APPENDIX B: BOUNDARY CONDITIONS nonlinear polarization. Before we analyze the boundary
IN THE PRESENCE OF A NONLINEAR conditions at a grating surface let us first consider the
POLARIZATION boundary conditions at a flat surface of a metal occupying
the region z <O0.
In this appendix we present the boundary conditions for In their investigation of second-harmonic generation at

the magnetic field at the frequency 2w in the presence of 2 flat metal surfaces Sipe et al.® expressed the nonlinear po-
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larization as the sum of a bulk contribution and a surface
contribution. The bulk contribution was written in the
form

SNL | = (1) (0
Py (X|20)=yV[E (X|w)E (X|w)], (B1)
where the expression

e l—elw)

v= 8mw?  4m B2)

was adopted for the coefficient y. In the work of Jha and

Warke!® the bulk contribution to the nonlinear polariza-

tion when nonresonant interband transitions are taken

into account is given by Eq. (B1) but with
e 1—ew)

r= 2mw? 4

(B3)

Equations (B2) and (B3) are identical if we use the free-
electron model for e(w), but they differ by a non-
negligible amount for silver at the frequency which we are
considering. Since Eq. (B2) represents a better choice for
the bulk contribution to the nonlinear polarization,16 we
will use it in Egs. (B1) and (B5) below.

The surface contribution to the nonlinear polarization
was expressed by Sipe et al.!® in terms of an effective

current density

—N

L —
T (X o)=(-20)Q(X|20)8(z—-07), (B4)
whgre for a p-polarized wave we have

0,(X | 20)=4yb,EV(% | 0)E; (X | 0) |, (B5a)

=0~

0,(% | 20)=2ya,EN(X |@)E"(X | )| ,_,~ » (B5H)

and a, and b, are phenomenological coefficients. The no-
tation 8(z —07%) in Eq. (B4) indicates that this effective
current density is placed just outside the metal, while the
notation _Z.I?LO_ in Eq. (B5) means that the electric fields
entering J (X | ) are evaluated just inside the metal.

The existence of a current at the surface implies that
the tangential component of the magnetic field is discon-
tinuous, and the boundary condition is given by

fxﬁ‘”mzw)lt:i‘clxxmzw)f, (B6)
where
$3) | F=¢(®)|,_ge—d®)|,_, - (B7) .

In Eq. (B6) K, is the surface current, which in the case of
p polarization is given by

K, (X |2w)
=(—2i0)[47b,EN X |0)EV(X|0)]],_o- - (BY)

Associated with JN*(X | 2w) there is a dipole moment
density at the surface given by
7,=0Q,(X|20), (B9)

and the boundary condition for the tangential component
of the electric field can be written as
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A=(2)

B (X 20)| t=4n(Vr,) 1, (B10)

where 7 is the unit vector tangential to the surface. For p
polarization t=i and Eq. (B10) can be written as
EQ(X|20) | t=47r%Q,(i 120) . (B11)
In general, the values of the parameters a; and by
change from their values at a flat surface when the inter-
face is described by an arbitrary profile function &(x).!*
However, if we assume that the parameters a; and b, do
not change significantly from their values at a flat surface
when we consider an interface with slowly varying profile
function z=¢§(x), we can generalize the current K,, Eq.
(B8), and the dipole moment density 7,, Eq. (B9), by
changing the x and z components of the fields at the in-
terface into the tangential and normal components,
respectively. In this way the boundary condition for the
tangential component of the magnetic field is obtained as

AxH (%] 20)| 2= 2R (% |20), (B12)
where now

#(X) | f=¢(i’))z=§(x)+—¢(i’)Iz=§(x)_ ) (B13)
# is the unit vector normal to the surface,

ﬁ:é[—g'u)fw?] : (B14)
with

g={1+[gx)}'?, (B15)

and K,l(i | 2w) is the tangential component of the current
at the surface, which is given by

- —(1)
K/(%|20)= (—2i0)[4yb,AE (X |w)]

A=(1
XIPE )], g » (B16)
where tA[f-E’m(i’ | )] is the tangential component of the
electric field at the surface. Using the free-electron model
for e(w) in Eq. (B16) and the value of b, for a flat surface,
the boundary condition given by Eq. (B12) coincides with
the corresponding conditions used by Agarwal and Jha.’

The boundary condition for the tangential component
of the electric field is'’

PEZ(R | 20) | =4n[Vry(X | 20)] 7, (B17)
where 7 is the unit vector tangential to the surface,

A:é[l—i-g"(x)k], (B18)
and

(X | 20)=2ya,[AE (X | )] (B19)

z=§(x)" "’

is the component of the dipole moment density normal to
the surface. For a flat surface 7y =7, as given by Eq.
(B9).

Since we are considering p polarization, the magnetic
field has only a y component, and we can rewrite the
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boundary conditions in terms of H;Z)(x,z |20) and
H;”(x,z | @). For this we use the fact that inside the met-
al

() ic

- o (D
E X|o)= VXH (X|w) (B20)
we(w)
and
—(2) ic = =@
E (X|20) 20)6(2(0)VX (X]20
AT BN | 20) , (B21)

)

and from Egs. (B12) and (B16) we obtain

3015

H(x,z |20)| * =

327icyb,
LTy 05 ‘iHym(x,z o)

welw)? | on
9 (1)
X | = H, (x,z |w) ,
at™ 2=£x)—
(B22)
where d/9dn has been defined in Eq. (A2) and

d 1109 oy O
o~ g |ox +§(x)az (B23)

is the derivative along the tangent to the interface.
Now substituting Egs. (B20) and (B21) in Egs. (B17)
and (B19), we obtain Eq. (2.15b), where

1, z>¢&(x)

€2w), z<&(x). (B24)

6(2(0 'Z): {

*Permanent address: Departamento de Fisica, Universidade
Federal do Ceara, 60000, Fortaleza, Ceara, Brasil.

IN. Bloembergen, R. K. Chang, S. S. Jha, and C. H. Lee, Phys.
Rev. 174, 813 (1968).

2C. C. Wang and A. N. Duminski, Phys. Rev. Lett. 20, 668
(1968); 21, 266(E) (1968).

3C. K. Chen, A. R. B. de Castro, and Y. R. Shen, Phys. Rev.
Lett. 46, 145 (1981).

4P. Beckmann and A. Spizzichino, The Scattering of Elec-
tromagnetic Waves From Rough Surfaces (Pergamon, New
York, 1963).

5G. S. Agarwal and S. S. Jha, Phys. Rev. B 26, 482 (1982).

6. E. Sipe, V. C. Y. So, M. Fukui, and G. L. Stegeman, Phys.
Rev. B 21, 4389 (1980).

7F. Toigo, A. Marvin, V. Celli, and N. R. Hill, Phys. Rev. B 15,
5618 (1977).

8A. A. Maradudin, J. Opt. Soc. Am. 73, 759 (1983).

9R. Reinisch and M. Neviere, Phys. Rev. B 28, 1870 (1983).

10See, for example, P. Vincent, in Electromagnetic Theory of
Gratings, edited by R. Petit (Springer, New York, 1980), p.
101.

Lord Rayleigh, Philos. Mag. 14, 70 (1907); Theory of Sound,
2nd ed. (Dover, New York, 1945), Vol. II, p. 89.

12Gee, for example, R. Petit, in Electromagnetic Theory of Grat-
ings, edited by R. Petit (Springer, New York, 1980), p. 1.

3B, Laks, D. L. Mills, and A. A. Maradudin, Phys. Rev. B 23,
4965 (1981).

143, Rudnick and E. A. Stern, Phys. Rev. B 4, 4274 (1971).

158, S. Jha and C. S. Warke, Phys. Rev. 153, 751 (1967).

16J. E. Sipe and G. L. Stegeman, in Surface Polaritons, edited by
V. M. Agranovich and D. L. Mills (North-Holland, Amster-
dam, 1982), p. 661.

173, A. Stratton, Electromagnetic Theory (McGraw-Hill, New
York, 1941), p. 191.



