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1.1 FELRAZ AR

L —HOFEEICE > THRWERBEIMEONSL IR, TENITRON P o 12Y
HESPEHEXNZE LI o0 AN LEERERE AL -EREZECEOMIC, A
EIEEMED 2%, 3T -ICHHAL THEHNIFEHEELZLEEENTD %,

NEEBFICE VHE FOTBRIEHFIREE X Eo5NA T & TELLIBERTENS P VP I
LToL)icHEEREIND,

P, + Py

Y OE + yPEE + yOEEE +--- (1.1.1)

MR BIEASTR L 2 A ICHEY, FTRICOTAPENS, COVTHOETERT DI 2
HUTOBRDETHY), nb*x T éd THEFS® (nonlinear polarization) , FHD
B % ISR (nonlinear susceptibility) &Vi9 o y 7T ¥V IWTHY, & zidy?

DIH BT TET L,
P. = Y xii E:E, (1.1.2)

LB

FBIEE & L CHEEN e, OBEEXE5 20T, yP0OH, 2RDFHEHETEBPLIE w,=2
0 BEP w,=w,- w,=0 DTBIFE LS, FIEY 2 REREFEAE (second-harmonic
generation : SHG) , BE&PHERITXHTICT 5,

B BROESHAIBEHECEBD TNV, F0 720, CNLDBEREHT
27010, KRERFEHEL AT IHEPFER, BRINTE, 2XROFHPHEITF
Kb EREESRTVE, RBFXLTHOE) 2 RkERERBEL 2ROFHEETH L DT,



S TIE2RDIFIENFDIRERE FIWCHVHE ) Z & ITT 5,

1.1.1  XIFFtE

LILDRPHEDONHEBIEICL o TEDL RV EWV) BEFE»S, FREAEERT VL
i3tk 4 B HRAELC S, ALDRAT, BER#M 2RI €5 L, P, E DRRTEFEIER
b5, RESNHEOWETIIOFMEERICH LTS P L EOBRIIBEEROEESELERT
A AU ENH D, n ROFEFEICHETIHTR y@=-D"y® &%, Lo T,
BERDOFHTIE 130 %5, T%LLEBEROIFZELTBISEXSFRED 2 VIHEIZE
FTHFET 5o

1.1.23& D, 2ROFFETHRIIIEjORXBRICELTEDLLZWVWE T THAS, LI2A-
T2RDFIRIREZRIRL yu= yu ZT2To £TTik IR I L imTERIND,

jk= 11, 22, 33, 23, 31, 12

(xx) (yy) (zz) (yz) (zx) (Xy)

1!
m= 1, 2, 3, 4, 5, 6

E A RE 5.4 5ﬁ§bﬁﬁﬁ@§%ﬁ0:bf:9fﬁ’g@&ﬂ‘pf}ﬁﬁ{ﬁ)& Wwe &, Yiixk = X kij
= e DY LD ThE 2 TAY ORBEME V) o BRERE T HEREE O
NTDORERITERERNICE LR LOFHEHZEV,

1.1.2 (EES

AT (AR PPEPT2RERAELRES ERYFH EBIEHKRTSALE, 20
DD IT—RICMNHIEDL B\, 2E %20, BEWEP TR, BITRITHIHE1D,
BREMICE > TEFOREDONVHEERRLEPOTHL, TODERBEIFEHRLEZHH
R TRESEDL2REBAER, NHAGR2A7:0, HERf b & I[T{EHEHRE IS
FoTHDHo7-N§godbol)Th, TOL)REERMNHEAES LSBT, ZADL
POFET, BEEE2RERAEOBFTREELLTDH LD TE LG UHES LT
B, COBE, KEIFECERIC LN ->T, BET L 2RKEAEDBERIRECELT



e, SDED I, NMHESIEAERECBWVWTHFFICEELRETH S, T %

L AESFLUTICHBET 5,
R ER TCOXREDIRSF N, FEHFETY 7 AT VAEXTEHEZEXINS, &

S TIISHGICBR » Tk E D 5,

0°E 0*Py, Q)

V°E - HoE ) === Ho—> (1.1.3)

MHEO-OERE, FRIETRIE Py i3z AN EK TS L L TRAD L ) ITES
Py, 2w) = Py, expli(2ax — 2k, z)| (1.1.4)
E = E(z)exp|i(2ox — k(2w)z)] (1.1.5)
1.1.4), (1.1.5%1.1.)ARALTE®R) 2K 5, [kQw) =(2o) ueRu) x5 &,

2
%_Z_f_ _2ik(20)- .%z’i = 115 (20)* Py exp|i(k2w) — 2k, )7] (1.1.6)

ZIT, BROF—F—OE#HKETE, REOEMTORILLE R, T 42D,

2 2

IRET A & (1.1.6)iF,

OE  Uy(2m)

5z 2k(w)

P,; exp(iAkz) (1.1.8)

IR TS, BESEMME L, F- e REOREICE ) EAFEDORIEOR ) THHHT &
HEAITIE Py Dz BEHE L, RAIYIBFHICHETTE S, FHARTLET AL,

3.
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)110(2(9)2 p. 1 SI(AKL/2)

E(L)= exp( k(20 AL/ (1.1.9)

= T Ak =2k, — kQw)  EFEETEBIER & T 64 L 72SHEDNAHEE D A—F (MAH
FEL) #FT. ZONHEEEN—HT S AT HIEFE o 54 Uil 2SHEK A51]

FHicERSGDLEN, RO I VWEEERIIELTLNSE, ((VHES)
H U726 D& &

oc J2 Sinz(AkL/ 2)

[ W (1.1.10)

THHEDPS, AP0 DESiTsincEEiLLIckb720 , Id L CHBAILTHEKRTSE, —F
AKDS0 THWIELS, AL/12=x/2 D& EI3EXKERX LS, CDEXZ 52 AHEEARY T —
LV AEBERY, L=x/M Thhb, ab—LYARETITETIZERFCHWEML TV, T%

bt, CORSDEEHHETE 2 o00EDNVHIIH > TS ERZIT I EFNTE %S,

BARBI MBSO Y FE L T, EHEDPHBE, mEIC X HBITRELFHT 5 13
o, HEHREFH L -AEMEEE DS, Ak DRXEITRTEHEL L, VHESTEND
O N, -ny= 0 TH B, I LITT, n,, np dZNETNERGH o, 20 OIITHTT
BIEFRTH D, BFENCEFN L2 WETCEFTRPFEFRESNE Fo%e, ZOREKE
FRLTHEY) L2, L2LERPRETBER OPEETUTHLLEICEFHINL S
S5XH b, M1.1.1THD 1 8RB TH2AEMVHES B Rl 2z Hv THAT 5,
AR (FEHH%oe) S TH2EXAGENERLEROAT, REABETRILAHKOMBAT
RL, SHE (FE#Coe) 332 ELEEFIREAHEOH, REILHREITRIERDOMH
TRLTH 2, BIFRROEEFTHD 720, SHEICH THEHAEFKE L, HRL, mAHAM
Fi3Eb o v, FICEKRE XM (B , SHELXHEA (RELEHR) & TERAZ
o, ZOFMEMAHLEESAG, LFY, ZOHMICERE IMEHRT VMV HESD ST



SHGH#F b5, ENE L REXEDREANMZERXLTWLSOT, AEMHEEST LN
%O IZEARE ESHEOREFMPFERT S L) 2EEN L L3R EEBIUE
LB

FDIE, HEEEROE- FOBEEFIATS?, SEEBROBEZHWTF =z LY a2 755 &
#5?, ab—LVARODEORAHITCOMOMENERIEET S L) ZEEXHVWTAEXE D
W7o )% EREVHES LTINS HTEDH 5.

- S hase-matchin
/ % g
N direction

A |
\ (6)

M1.1.1 B0 l1#ES B 28EMEES, 0, DHMICERE BT VUIVAHES
D ENT-SHGHE LN A,



1.1.3 FREKZEDICH

B EHZHEORTCERALENLTEIDREC2RDIEZHTCH S, BMAENICIZ,
EELEHR, BERNFHIFR EOHR) TH 5, i (v + w, > ws) , £Y) DT w= w,
DIORBRAERET, BEOLV—FICRZVWEEDa —L Y M EEEY ZT-0DICHW
Shb, BEL (w+0— w) T, BERCL >STEITXROEI{LEXFIZEIL, XEAL
EillfEbILS,

$ 72, 2RODFHESFDFLZFAALHWEE LT, RESHGHH S, TiE, XET
FREN BTS2V 2, RADKEFENRY, BA Lo+ ICBH T 2F%R", KOS
M2 AL 010, RELIVHIEEE LTHWLONR T,
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1.2 BREYDIFZRRKFEAH

EBRYOIFEEALCECEE SNDIX1964EDZ L THBHY, FNLBIEREHES &
FinE DEEED 2R - BEOBHICET 2B K2E OV S SN TE 2, 19704, &
YT AR D LINDO, D 4 55D ¥ e %™ % # © 2-methyl-4-nitroaniline (MNA) O 3
LD, AR EIICHPICERVEBEEINSG L) Kol I-ABYRISRICLAHT
HEOEROHHEYFRD TRV Lbdbo T, EAMLICET -H BRI BERICITHL R
Ta, ARYWOFRHREELER THE, ARYF —RIESGOFSIFHERERZLRT &
LEZFRT AL, NV OMBOFEZEH L, SFEETFOESHELE L TCOMEERT
LEZDBIENTE D, TTRIDOFTF—EB ) OFFHEHEOEFE D 5HHET %,

1.2.1 SFDFELRTMHE
- — Ml 720 D 2ROFFFIEHE LB BE (hyperpolarizability) g TEI b, A1
W +O 2 ROFEFFHEOREHFEIZ T TSN L IR o T3, FEEETRBICHS

TAEADRERL, NEDLEZ2XTR IV BFTH L, VEVER, X2 EEO» BT
BEAGTR DTG - BFRE M ERE (72275 —) LBFHESHERE (FFH-) 224
HE, FIr—20672%74—~gFfHNTEMBE (Charge Transfer) 2522 1), BF DR
N 25|3RIT, EDLDITKE RIFBMEIBLVPFESIND, FF—T775—Dff
FiE, TNHARVESIITHRTrEFORY Z2X Y AHEWHETHIEREIL, L) gEEX
SE5HY,

Nr—T7 21279 — %25 L aF05Ee, “¥UETVICLI-oTRDEKEBMTX
%, BIMBEIOD B DRSS B i

3e’ WA

Per = Zm[W2 — (2cmr))2 W2 - (hco)2 (1.2.1)

* EREfR R (figure of merit) ©: [FIUKE S D#dh, HEARE /N7 — 16 L TSHE /ST —D
HBH T & B3R WM M= do/nan,’ EHEEES NS,
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LBV, 2PEL, Au=p,—p, Thhb, CITEREOLV—HFD74+ by T RVF—
2y BEFDEMe, BEm ZAINVFEF—F vy TW, 5FHOEMBHOKRE FOMEX f,
BRIEBIIAZIEFE— AV IFDEEAUTH B, L72W>T, RELZBEH/HIZOITITER

B FoRELEL 75  REREBLEBHERBOIBFE— AV FPOEXKELT LI LN
ETh b, A—FFHIENFF—, 7275 —%BEN/ALBEICEETIITIURFE —
AVIDEZEKELSTES, $F0R »EARBRTORTITEMBHEIEAL T
RE x5 < TE %,

122 &HREOF R

ZDEHITL T, FEHEHTEORECERTSF ORIV TRIC o, RICIN L ZER
CHEE LTHWA & &1, & L TOFRBIHEFREICR S,

GF—EH 7z OIGHHEL £V OIGRNFER dix, B A AE 7V (oriented
gas model) EMRIZN 2 HFETHUMNITA I LHTE %, T, EErFE RGPS
FOEMPZE L-ESELAIKOTEET 5 HETH L, AW ORBEST FHEERT D
50T, HFEORKEE LT 50 van der Waals HOAERATH Y, FTHORAET
HHEXEHGCERIAG 220/ E V. Lo T, HERHNOELOGTEEOHEEE
25 &R, HNBEFHCHLTOMZICRETE2EEZTLIV, LoT, FH@MTD2 XK
FREFEERH dZ, TFORBSEBEONRS VLA ELTRHRTILENTED, £

PLToLHicEENBE,

20 p® r®
dye = Nir 1iJx Y. > cos(1,i(s))cos(J, j(s))cos(K,k(s)) B (5) (1.2.2)

L 1,7,k s

CZCLLKWSEROFEEE, i),k 30 FEERE, 4, is) 3E00 DR TH, NIZEA
KiEH7- ) DoFH, ZIENBEROGFET, #0—20—20D40Fits TEINS, f; i
Lorentz HF T, FEHTEn 2HVTf,=(n"+2)/3 LET 5,

SF B, SRR &) S FREMBEEMICE o 2 FHOEVER LU E — X



v N ERETHRU KA FOEE, GRaDFBRIENAFER d & B D BRIE, ys 0F
ABHMBEEHOME L L, (,ys) *EMBHHMEFTEFTHOLZIALL T, (1.22)2LUTD

Iy Ln?,

N 20 p® pO 7
di = _ﬂ__gLﬁ(_Zcos(l ,ys)cos(J,ys)cos(K,ys) By (s) (1.2.3)

CDEEDBIE, TFOBMBEIBMOF M7 THEH, D) BRITFDHER,
KELdOBRGTR1FLIETERLIE, TRXTOGFEIFTCESIEFLETHLDE
KB ICHBTXS, FE, A8, EB*AEA L TEAKBRD dili75 % F 2 2-methyl-4-
nitroaniline (MNA) DEEIX F DR 2 EP T L) XEix A TENEN 21 ZIFEWV-HEE

o TWA?, F0ROBET->TRKEVI, BPERINTWVS,

PLE &R ICOVTRD, FRYEIAFZNICEO LVWEFRZRICCC, T4, b
AVEEED 720, Yl - AFEBX#EEL V., DL ) &%%Hﬁéﬁﬂiéaﬁé#%, =
F IR AB O T RIRELY, VY7 8L LTRIT—REL TTFNA A E/ERLT
EFRENBEAICR>TVEY, L2L, AEHEROBMEIO—F, FA P EeRI2BHTFITX
LT, F—7F28EHTTFOEVERET, 2L L TSI RFHHICLETD L

WY FRX)y by dH A,



ZE XM

1) P. M. Rentzepis and Y. H. Pao, Appl. Phys. Lett. 5,156 (1964); G. H. Heilmeier, N. Ockman,
R. Braunstein and D. A. Kramer, Appl. Phys. Lett. 5,229 (1964).

2) B F. Levine, C. G. Bethea, C. D. Thurmond, R. T. Lynch and J. L. Bemstein, J. Appl. Phys.
50,2523 (1979).

3) D. J. Williams ed., Nonlinear Optical Properties of Organic and Polymeric Materials, (ACS

synmposium ser 233, American Chemical Society, Washington, DC, 1983) ; S. J. Lalama and

A. F. Garito, Phys. Rev. A 20,1179 (1979) %z &.

4) B .F. Levine, Chem. Phys. Lett. 37, 516 (1976); J. L. Oudar and D. S. Chemla, J. Chem.
Phys. 66,2664 (1977).

5) J. L. Oudar, J. Chem. Phys. 67,446 (1977).

6) D. S. Chemla, J. L. Oudar and J. Jerphagnon, Phys. Rev. B 12,4534 (1975).

7) J. Zyss and J. L. Oudar, Phys. Rev. A 26,2028 (1982).

8) K. Chane-Ching, M. Lequan, R. M. Lequan and F. Kajzar, Chem. Phys. Lett. 242, 598

(1995) : S. R. Marder and J. W. Perry, Science 263,1706 (1994)., BLUZDU 7 7L ¥

A.

KEORFICETAERNLZSE LB E LT,
AAb2EEEE, FHLERFH No.15S “FRIELFZD 20 DEBRMF" (1992).
D. S. Chemla and J. Zyss, Nonlinear Optical Properties of Organic Molecules and Crystals,
(Academic Press, Inc., Orlando, Florida, 1987).
% BFREEBHEN NV N7y 7 BAREIE  (1995).
J. Messier, F. Kajzar and P. Prasad, Organic Molecules for Nonlinear Optics and Photonics,
NATO ASI Series E : Applied Sciences -Vol.194, (Kluwer Academic Publishers, Dordrecht,

Netherlands, 1991).

-11-



1.3 FEIRFAS R E

1.3.1 ¥X&E

ZDHBER, AR, EBTHAOLTRELZESESEVFELS L LZVHAIIOWT, ZFHEAH K
REZHCTHEO G L RBDI A2 HETH LY, EFTHELZLD, HERHAREICBW
TixInEcEHEIN, ZLOHFTELIMROERIIEHFST L, FRENLFEMHHAED 5
FOREBICEZRKEARE L T& 7,

TDHEO—BEHZAEOESR 2 M1.3. 1R, BMEKRE 2T ARZ ElCHAR, L—
FHELUTRETIERAELZ NIRRT I T ETRD, BRHEFITEH

COHPERBEE NI Xy FERO—F, BEHICXRITSL L) HEFEH IALTWY
52, #hid, Bl SN2 EHAEOBREL, BARBEFONEICL - T, MO NMHEE
EWENBIDPENLZVDRICE > TRELEDLSTETLE)IHTHD, LLIHTITARNRL
L), (MAHBEEWENAHEICIERONENKEL 25 IKEVR AT O EINE S
nTWVE, BOEBAEFrBRIAIENS, —F, MHEEGE LA LZVWPHEOGE R, SRR
LIV HORLZ ZERESBEL, HBFZTNUIEERNICE0ICIAET S &% 5o
MR & )2, ARIEEEMEBOEE, FTTOBTEBEL L oL OAWITHEZ LD
i, DFNEFNFREATICEALZHET, F0 L)L &EiTd, R dy % EOFBENFEE
By v VO ARTEBEARE S, LPALIOL ) 2ESIEEABEMMHEESTENL
WIS D 12D HES DL DIcl v, Lo TREROBRETIE, 0L ) 2AHY O
botl bEHALZHEZHENFHHLTLEIZ LR D, ML32ICBEHOME OFEK EDOHK
B EBROMBREBRORBERT . WV THNHEESD LN AFFENARTICOVTIRER
0 OMEIH B S, VHESD ENEVITARGICOWTIZE S MHE 257% W,
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F

L—H =2 |
(1.0641m)

[ YFYNY

ih
S -
S SRS (SN I . SRS el PR

1.3.1 BREOUERBEZH . V-FHRIBREGHICHE S0, BELALSHLEEZ YT
RS 35 —THED, KEFHEEETCHN TS, AP LOBEFRKELPLDY) 7 7
Vo AEFEREIS NS, ABDOBOIRBIN 74 VS —3EAK Y b T 5
edTHB, (CER3) £ HEIH)
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L
1000 NPP(21)
O &
500 MBANP(22) PNP(21)
MNA(12) ® o NPP(22)
5 o CAP(31) ® °DAN( 0
LINBO, (33 e
E 100 3(33) m-NA(33) O
O * PNP(22)
= 50 m-NA(31)
50 O
L. CAP(33)
y O
POM
10 OM(30) DAN(22)
5
-
LiNbO, (31)
1
0.5
1 5 10 50 100 500

SH intensity (vs. urea) by Powder test

X1.3.2 BEROMEOBREOKER EEROHRBREEOLE, () AIKRLZ O
BBOBRD . HESOENLHTEO®, LN Z2VEFTIZOTRLTH LS, KIC
RS JH' FHIE £, CAP = 2-cyclooctyl-amino-5-nitropyridine, DAN = 4-(N,N-
dimethylamino)-3-acetamidonitrobenzene, MBANP = 2-(a-metylbenzylamino)-s-
nitropyridine, m-NA = meta-nitroaniline, MNA = 2-methyl-4-nitroaniline, NPP = N
-(4-nitrophenyl)-(L)-prolinol, PNP = 2-(N-prolinol)-s-nitro-pyridine, POM = 3-

methyl-4-nitropyridine-1-oxide T#% 5, (3(EA2) L W5[H)



132 X—H—TVU2IVEA

FPINARXELTHWSA ZEE2FZ2HE, FRNCHEOIHFREHEZE) 2D, dOT ¥V
VS R MA EPVNEL LD, FO-010, BERZPHVWAHERZT O Z LN EL
hhe FDIOO—BHLHAEENA—H—7) Y IVETHS, BLLRERTHEBELTZ
DHEEXHVWNIEdT VYV IVORGTE2RDBZENTE S, ZOREER, 1.1EHICRR/
rHi2, NHEAESD-DEST DXDIEIKEREIC L o T2 REREIEDD o721 §50
HoleDVTAHAIELEEXFIAHLT, dZRKODLIAETHSH, TN, HimeBEKS €5, £
R SUROBERETH VW EHKEREX2RT I L, MHEAZRSCLSA2TH 7 ) ¥V eEdl
5, MIL33CRERDA—A—7) Y IVEDHERZ RT, K1.3.4IC, V77V YARLE
LTHWAAKRBOY Ay VEERDOA - —T7V v I%RT. Fy MIFERETERITT 14 v
FAVITH—TThb, 74974 7ZRUTORIT L7224, RN FEER EFHRIE,
B ENTA—FELTEET 5, CORBFHFRE~I AT 2 VD FERNICEREN %

Mz THBW-2bDTHAY,

2
8 2 o2 1 4 2 . 2
Szw — mocwg' d S?(n%m B ng’] Tm (G)TZm (9)p (B)Sm V (1.31)

TS, S, tXASTEALE, HEFH (SHE) O1NT —, n, nldERE, SHRICXTT S
R, witEAE OV — A%, T, T, IEARBESHE I T A2 AWE T OERZE, p(o)
T EN IR EE 2 5 2 A5 HF, 0REREZEDOERNDAFAE TH 5,
RETE S wid, FATERERDPEI L E L T,
Ak L

2 "2L.(6) (1.3.2)

LEEXNE, ST, 1BETRREBY, AAIVHEAESE, CITLIEaIE—-V VA
ETdY, CoFAHATT) Y IRHTE, GREMoMmE & A - BHEDEDOR LD E O

HMASHETHEDO dT vV IVEGOERETRETH 5,



L3 L, cOREEIRERICRLAEZEIIE, AECE>TELSZaL -V AEEED
BB E > T 7V VIV 2RI LIRS, LoT, FRISTTHERKITEKL L, TE—
LV ABUTOXEHOFHELEADE — IR ELRSL, CNEERPO L ) IKEL 2
WS ICIERSFEBICEEL L, A —A—T7V Y ITEHIIAdT Y VIVORGZHIE L7

Blix%% < 72\,

Sample NDIRP BS P lIrns

AL -
' l ' B N\ I
A2

- >

IRP

Nd:YAG

Boxcar
integrator

X1.3.3 E#ERA—H—7Y Y IEORUER FATFRAR EEEEA 77—V EICL - T
O#Es 5, BAETAHSH/NT — % KETFHEEEEM) THIEL, v 7 A0 -7
BMEEET S, L—HFONRNT—DOBED-DKEDHEERE» S DSH/NT — % [FF
I<EIfI L Tw5A, IRP, IRC, ND, BPi#NnFNIREM, RAZ Y I, ND, /¥~

RKINZA 74V —TH5b, PIREKF, AZEBETFTH 5,
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1.3.4 KEEEZLPOLOA—A—T7V T, Fy PRHIER, EREIETVAPL D
TA YT A YT —TThHhA, ab—LVyMEEF7)VVVIVOBRAPG, 71

PO dDREIIVROLNS

1.3.3 Second-harmonic generation with the evanescent wave (SHEW) /&

INFEY MEMRREAREE T 2EHE LREET, HHONMNHESOTEICK
S WSHAEHI CXx 270, BERABLTHAVWTLIEERTH S, fiETEEN 272D,
FHEBERDOA T — IV CHERMERORAT v 7ICEL 2DOMEDORA 7)) —=v 78 LT
TIEE AR THHY, BEREACEPE), dOTVIVERTZRO D ZEEREL <,
EWE L dERDDBICEETFoTWVE, COHPEEDFH L VEEFIREICRARS ,

*1 T )\A+ > b (evanescent wave) . ZEFRSTFRER, HELUT Of/NA OIS /EE
T ARER, FOEBRAATI-ZHEOrLOEREICE L THEREEAERN P T 5, €D
LARLEBRZVWI-WEEREBETH A,
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