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1.1 HAROTFTRLAD

BEBRILER EVDNBEI A TALWE, TAFRAT L ToOAL 2 F —
*v hORRIZR SN S &S ITEE-NET R EREOBROBMAENT NS,
ZRUCH L, FEROEFEBICE D < BRLEILEARE L DERSEN TN OO,
ZOBmEREENARRICGESEDDH 5L EbNTVS. 4H, BEEROLSR
RIIHT 7 A N— 2 AN EE - KEROBENEBRE > TUBEY, EEOLH,
i, HH, BEMSEETS OICRKRETEREAALTEY, ZOR MRy
U Ol EHEEOEHISA SN BB ANRLDHESELITENETFHEND.
ZOROHEROEE - ML THRTH S 2MERE - RFRLENBEEE2 50T
BY, 0D, XEHWTHORA v F T, £, #mEEE, —HioEsz
7O BIHEE - A A F o VN BB 8 % BT L HFSNTWB[.

ZOBEEN AL v F > T ER T 5 I THEERIET B BEN S 50,
HRERIIELHEEATERND, WHOBRRRIEREEREBE2AMATS
CEMARRIRTHS. §2b5, K> THEP BRI NES/ECYEDOETFIR
BEDOAFREITN T IR RECE B L THEHET 2 LIk 5. Z0D,
REZIEAIEE TG § 22 OYERBRE - TN 2 XET 2MEOBER S
WCETREBZHSNIT D&, A v F U 2ERTZ ETAENICEET
bb.

AHEDO B, HHEMEI 2R E LT, @ERIERERE CBEET 5 #iEE %,
MBI ZHR T 20 FOEFRELBEED T CTEMT 2 EICH 5. BREHNITIHERTE
BHABEZRTBRERIEEEZSNDD, FHETIEITOF TAHFT B0 F B
YR DETER OE R & Bz 5 LREBICB T 5 = REBBAFINE &, HE
FEICBNWTHIREB L OB ETEL 2B HOEREHLETH DL —F—FHIRD 2 D
DBERBIZDONWTHEET 5.



SRIEBIICFISEN, ROBHEBED IRIZUFAL TELZ2HMMICL> THER
ZEINDHROBHTH2M, TOHDO—DTHBHAFERBFHREMINFAZA YT
VU ERERTILETRVAELETHDEEZ5NTVD[]. MmERAEHREEIRELZ
HUBZRIERIGHEMEIE LT, MR 2050, REABKR TS, $BHD
W B RO T D BT RS Sk MBI N E TRA SN TE TN D, ZKIEFR
BHFIEDAE SIIEBHRZRTRINDIN, - HAM v F T 2ERT LI
K Z IR RZR (> 107 esu) & BETITE (< 1 ps) RO 5N TNB[2]. LAL, K
EREBRRS R ESHESE RN T AMENIEZ R DN > Tz, FERERK
TR SR H 2 WIT L BRI B EHI LR ER ORI EREZ AN DT
DIEEREZRIIRZN(108~10%esy) DO D, IREEEITST / BEELEN, Z1UZ
U, LB TR, TOBEMUARERICE DI ZORENT 2 b MF—F —
EEBICEETH . BEMBHI Z OIEILBHEE THERIK E7R(101? ~ 109 esu) FE#R
BRSREZRTIENSGERBINTNS.

CTNETEL O ETREBDESTHE, BHTHENEREE RIS IE
EUTHIR S NTETOBH, MR LTImEN 2 kb Tk & IR
REHODTFREEUHT C EABEE B> T, WESHMEELTHNSNS
A RIFRIBICEMBN DT, 2 TS & IR & ORI THEE - Kot
) AR SN TNB DI L, HRSKIRIEEHENL, 520857
Mo R PEARREAYE 5 N T WAL, 3] BT, AHS KIS & L T2
ENTVERFRDEL DA BTFRIREZUSNOET, ThbbATFORT, 280
2, ZOAFORTFOEANSSRIFRIBI LRI 5 X 5B T EMAYE AT
B, BT T, KARXONERIC S NI BB OB E S RIS IE B
BRI T AR 285 T E R HIE L, AT DET 21 A 75 bEAR
BAFREEEODFTHABFF 722 EFDORBERIIDONT, ATORFARE=
KIS R BT T REE WD,

SRR ZINERNEZ DD DOREN SR D IR ARETH D DITH LT,
L= —RHRIIWE S HIRBOEEICE > THBERAEDPHE I NDHBETHD.
D& S 7RI L OREE TEL ZBERINEEEAHE, HREOT A AVEER



INT A=Y =275 HIRDRAL T 2 E TITITHIREBAZ NN 1 FT 20N H 50,
TP BRRIEIHIRBORZ SIICHAIT S, o TEARN S 7 2 4 MNPOKH
RERBT BIDITIIIHRBOY 1 XEIA VO A= M FA—F—THIBERD 5.
AR, BB THAMN 2B L TR ES — 5 — OM/NURE 2 D < DHEABATH
B, TNEFINHEZEERHFIEICL DA 70 A— ML A ZORIEREES 2
ERTED. NN, SROBERTEEENCEORBIC2 >R v —HkiTFTH
5. AmXOBRERLTIE, BFER—T LA 70— MUY A ZOBRBMETF O
L= —RERFICEEL, TOL—T-REOGEREELAROBTREE DM
REMHSNITTZIEEENELT, BEXDIIFIV ZEHRS.

1.2 AREHHEHOZRIERENAZNE

ZRIERBAZAINE £13, RBHO=ZRITHHI L 20T & > TE U D2 HEE
DZLTHD. BERNIIE, WEOSHEPIIHMERZEDRZREBT

P, = XS})EJ + XS?I)(EJEK + XSZQEJEKEL Hee (L)

ERIND[3,4]. TITLJK LIIERER TOLEMBEESH(=X, Y, Z)&RLT
Wa. T, LI TEHRETRVERINIGRF BFUE1HED ], E2HD | K%)
CDOWNTHFZES &V S Einstein DIRFORAZANTERLTHS. ZOFEIHD
WHIEE 0 DERDIFRIVEZRTH D, SR EPROKRE I 2RO TN
PETHD. ABBERRY MVEBO T 1Z4BOFT > IIVETHY, @HE81HE
DRAEFD. —F, ZRIFREHAESNREDTLNIVTRS &, HTFOMENN ME
THOIPMWFE—A> buld

H; =W, + o, +B,FF +v, FEF +-- (1.2)

TRIND. T TP JIAARBTE—A> b T(ZHIHRT 2EHENZBITESR
BERDNRFBERERZRE L TUAVDOTRLIASEVE), oy, By, 7, 13TH
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N B HB%, F—8oER, EBMERETEINS. ZITFIRNES
THY, ij k1D TFEEOEEEEMARERYT. JITEERILR, X120
FENRLIOFEIILHTLD 1 1HIEL TWANZ ETHS. Tabs, BRI
BTH 20 BN SRS EORE X 2L Ty, 15 OFFET TRES N
5HDTIEARL, Rk THERI N TEINTKD aijﬁi‘%{[:@‘é?j)%?ﬁ%’ihf
W3[5, ZOXBROSFEHCKDa, ORMLTEL 5 ZRIBRBHAZIE DRI,
RS EIRENS. ZHRH Ly, 5 0FEE, FTFOETHEO IROEHD
SENFELEEZLNDZEND, HMEBETFRS LI IEBFRS] &IN5,

B SRR AZRE IS END BT RS RS ORBNC DWW TIIIERE
K2 DML DB OB 5 REmE N TS, Sveltold SXIERHHAEDRO—DTH D
FKerrZhR[6, 7] EIEITN B EE 2 A FRBFEEIIDONT, ZOXIBBTHRD &
RS BRI E AT 5 72 [8]. £z, Sala 5 IZFINEERITHT 2B TR
ERRA DISERBOZICERL, EaBns5YTEaBTbid/NVAERNES
B O Kerr BB DOIER I T 2 BROBMEE2B 20720 LNLAERS, 5
B L —F— i3 E— L —H—RYAGL — Y — 2 AR T EIBE D/ OV AT
ETHoD, e ERNICHEET 2 Z L3 TERM 2. 1980FERBRFEITIRD,
BEL - K BMEN VAR ERHMOER[10) & TR TLY 7 717 L—
YP—DOBFBICLD, $TEIBNE T b MPOX/IVZAZFHTESLIITRD,
BT RS LRSS ORI O 2 HNAIE ATREIC 72 5 72. Etchpare 5 138 7 E B O/
Z &N, CS, 2R ¥ Vi EDHTHRKIZ DWW T, EHBHH BT RELOME
ERIETDZECRYL, TNEDFREOEMIL SRS TH D ERELZ(11].
Ruhman 5 [12]%° McMorrow & [13]1%, £ DE W/ IV A % H W T Debye DECAHERIE T
NV TIREHATE R VIEEREREE 2B L, BENBERRD I L 255
TEIMEBTRESHEHNTLIS I LZRLEL.

ZDEIBERASDY A F I AREOERITH LT, ZRFWEHAFICEDOKRE
IOV TIREL OBEEETFRS RS 208 T I e FiEHEEEERT 522 &
DENTETNB[14]. T, FERZRIFRBAEMEI OB ENEEIMERD AT
Y= LV ICEANBIMTOWEZ LD bOEBbNS. LML, ZRIEREL



FINEIT BT SHEIE- B 2B 50N T BT, BFRS SRS & 8L TR
ICZ DRE-FEMEBIC DN TORBEED TN ZENRRRTH D, X ITZT O
HiZELdah>TnsEEbN5.

BEERIEEBMBIE L TIRINET, 770372000V T 4 U Vi EDKS
FRRUPTEFLY, RUTJzZLEZLY, RUFF TR EDENSFE
Wolz, RERABATEFRER DD FRVFEHINTBY, TNETHETROHE
BEL E ZREBHNFIE EDBRICDNTE S OMENED 5N TETNS[3,
15]. ZNH R FROBDICE T EFROFICRZUNDEFTH AT ORERTFEED
BDHEL, TETFROPTONT OREFAZREREHAZREICEO LS nEES
RIETMTDONTIE, Wi - AR T2 LTEEREETH IO NDS
T, XEFRERRDEATHRN. FMETIE, ATORETE22ETROFICEDE
BEANBDFTHET AT 22 EXDRBHRIZDONT, NTORFOENIIL D5
TOETHEEDENSD, BEKIERBAZREICEDLIRBENEZELIELON
ZRND. ZTOBRIC, MBS KIERBINE ERIBEDORBRDBTRS ERRSITHBEL,
YIERRIE DR 5 FNFNDESICONTEFHE L ZORERIC DN TEREE
DB ER, HLWRATH D, ZRIFFBAEFME OB - R ZHS ML T
WS ETEHDHDHDTH 3. |

1.3 BEHNFOL—Y—RikR

BRI 13, MR FOBIMENABEAOBIELD bREVEE, BHERDK
HIRBELTHE, ARELORTPICR—TTH5ZETHRFEODONL —F—&
LT@< ZENTES. BRBMALFOXERIE, H<h5ERIMANED SN TS
D, SR DIADIT Mie Il & > THETEEEAINL L ZZBRBEHALTFICTAF L2550
HIIRICEET 5 BRI ENER DL SN TN S, ZHUIHRTE Mie B5R[16-18] &
LTHISNTWS. ZOERICESE, ZORBHRFOFTRHDIHEDOHEET
whispering gallery £ — R &E U THIS N HARIBRNBE L. HROEENWEERI NS

5



A= —=ELTUIRUIRQMEMNAW S NS, whispering gallery £— K D QfEIX 10~
1ICHETHZ ENRSNTHD, 2 OETER THE S 415 Fabry-Perot ik 2s O
QEA~10) XD HRERMEAD ZENHMSNTNS(19,20]. LAL, ZOHP
RIS O P TOIRBH RGBT KT LI DN D X 512785 72 DIZ1980FRUT7
D, QA1 Y F WAL —HF—NYEKTEHIITR>THLETHD. TOIAHNS, &
#RamanBEL[21, 221 L —H —FHR[23, 24]72 EMAI TN TONFIREBIR L ok 2
BESNMESINTE-. INSOFEIE, <1 70X — ML A XOBEEKF 2
S EUTHIENED 5NTERDN, 1990FERICAD, aFE F—T LERY v —kL
FTOL—F—RIENHERINZ[25]. 51, RUT—hiF&2 L —F—RIRS T
FEL—Y—HEL, v2abal—3arTEBREIICR-EIT ET26], L DERE
HZRREET L —F —HIROBE 2 RANSND XD IR E & BIT, MUNMERDI
HIRECKEFHE T O — T Lo e T NA ZAANDJit A QAR 23R T E72[20].

BRI F D L —F—HIBEEEGEE L NI BEN S DEKENDDTHD. Y17
0O A — N1 ZOERFEHA 7 TV, IRV T 5 £ TORMMNE W=D I EEZ
INENEHTES. FIZATEE20 « m OEREMAIT (BIFE 1.5 OFZEXRN1EHT
BIZIE310 s L birnEEZ 505, LML, BATFROXATRROGERHI,
Z N E THE Raman BEL[27]° L — Y —FIR([25]DF 1 FI 7 AT DVWTHREDH S
2, WIFhb T/ BOREEBTORETHD, KDEED L IDFRIE OBERE
B S MTI S TWRM 5 72, AFE TR E IBFEIBICB T 2k 70 L —F — iRk
DEEGEMN EBEOETIRE L OBBREHSNIZT 5. BRIBMALT 28 Wz IERE
HISEDBEBN-HAA O F L TNOBAESZZD LE, ZOX D72 E IR ORFRHIE
TOBEREOREZAL ZLITEERRETHS.

— 7, — W HIEIRENIC SR 2 EA T D &ML E (28] & FFEN 2B
SHEED 2 EMNHBNTND. EREEEIIAFREZITH U THALREDR
EZFU LR EEOBST, —MOAEY—&UTHET 5. BBHMRT & AN
Wz e MV 1989 41T Braginsky 5 12 & o THIO TH#E X 41[29], F7z, Mazumder 512
& o THRLERENC DN TOERITEAED 51TV 5[30]. BUR TIEIRBHEL T O
SR EE M D REITBIC X BRI RELEANTNE DI 7Ot —5—TdH



D, EaBF—F—0Om#EREIEIER L ThWAan., LML, I1Z70A—RIY1 X
DIRFEIRRLT & IS 2 55 D ZRIERAEMEL & A& DR 5 LB HE 2N
RETNA ADNEBTEDARRMEND S, KL THRET ZMBLTF O L —F—FiR
BZENEE THNMIEOAVEECHFR T O —T L L TOIRANEZ 5NBE1T
12<, IEMEHEMELE —HICTRDAD Z & T, REFERDARBRETNA R ENS
RHHBHATNA R LR BVIREMER S D, BEEL- KA v F > 7 OERRICDLMNS
HDEEZALND.

1.4 FRERXDERK
RFIFFam, BIEE2EHEM TS DOENSHERINTNS.

BLIETIE, ARXTBITIAREOEREEHETIMELTORELZEBIL, A
ZROBRNEREEZRC .

W2ENLHESETI, F47 12 BEUTORBKIC DN TOBESKIERIIE
EBIRITO VTN, 205 B 2 ETRAPIE TRV BES RIS OlE
FIETHDHANT O M Kerr 5 (OHD-OKE) i OB H & BART RS L U
BAYEENE ORI DV TS,

BIBETRFA T 2> EZORABEIZONTOEESKIFEICEBEDOETF RS
WKDONTIERS. £7, OHD-OKEEIZ Lo TH S NAEEEZRIERE L FINE 2, &
FFourier B Z VW TETRYD EBRDICHBET 2FEICDONWTIRR, ZOFEEH
WT, F47 x> EZORBEARD OHD-OKE [GEN S BT RS 20T 5. ZOET
R 5B BAREERD, AT OFEFHRE BMMBRISH L TRZL TWHEE
KOWTHRT S, %7z, BFECEI S FHEEICI > THEBHERE
R, BONLHERREEBBREIMBEL T, BATORTOERTBHRN, F
A7 1 CRIBEOE_BAIBRO EOLHMRASCEZLHELEZDONEHHNS &



I, EBRERCHEEROMICEIEDREREBDIANZALIIDNTHES.

WAETIE, F4 7z EFORBEEROZRIERBINE OBRSITDONTENRD.
RS & EFRE 5 FE A OB L BEMRS, 7T ORFTEREERREIC X 55
RS, HTFORFHLEER L 2EHERFENRRAINEDELBENTZED D,
OHD-OKEJ&Z D ¥ DR EIR T D X2 B IS RS T B SEM ARSI DWW T, BRI
VAT & 2 $5HE & DA% % Stokes-Einstein-Debye BT IV E DN TERTS. 70
BEBOXER D RERD THHEBRD LHERFEHNRRFITONTE, EIED
FourierZSHURHTIT & > THBES NIRRT D ARY BV & W TREIBEEEIR THITZ
D, BRI S FRMEER & OBMRICOWTHRT 5. £z, OHD-OKEISE D%
RAARY MVERUEREEZ S EEZLNBEREERS < AR MVORIEZE
T, MEZERLZOR—EZHFAND.

HBE5ETIE, F4 7z EMERED 2 B3 RBERD ZLKIERBAFIDEITDON
ThRD. FFA 7 2 OERFBISEIMEERESITE - T ER I SN2 MR
SFREMEEAOEILTEDL I REEEZIT 2NEETHD, BERSITONWTHRN,
# L < RIS NEA RS OB OME I T S RENE(EF A T = > Cmf
(LR FBHE DSEARTER DB RN 5 HERT D.

EEBEETER, M7 OA— MY A XORBHRLTFO L —F—HRITET 2
HOTHD, ZOSBHEEETIR, BBRY I—MEFHNO L —F—RIRO®EINE
M AEOETFREEDBRBICDNTIRANS, F1OTHSNEE IMFRTOFRRA
DOEET 0T 74 I DNTRRD L EBIT, FDFAFI T ADBRBER SN
RBWEREEEZHAN, AZROFRNDSREOY A FI VARG A 2 EEERT D.
¥/-, HERET 2 ETL—Y—RERESICBERNEZRET 2BRE, MAT
RICHHEICEBA L, FOBERNAMETO L ——RIRICE X 2HBITDOWTAN
%, BERNEFETIE2ONERATHIETL—Y—RR/IHIINSZ LI
DNTIRA, BEEIIC & 2 HEEOEMNE & L —F —RIEREOHMNEERE D
RNCELICESREEA S B Z LA RT. 51T, BERROBEL > TRRS 17
UAEKFETED ZEBRT.
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2 BEEZRIFFEAZLCEDNEFE

B
Il

2.1

ZDETIE, AMEIBN TBREE SRR AZRE ORE DI AN FiE
THDHDNANTOF A B Kerr #1532 (Optical Heterodyne Detection-Optical Kerr Effect;
OHD-OKE)EDEE, HIE S 25 A, 7 U THIES & HE EOMERICDNWTANS.
INSICHENE, JOHTRERERBAZREORERTDOVWTHET 2.

W D = RIEFAF B ERIEFVREZR yO L L TR#-OT 51D, 20 P
ERETAFHEE L CIIESEFH L (Third Harmonic Gneration; THG) %, B4
FEH " H P (Electric Field Induced Second Hamonics; EFISH) F43E, Z AF v V14,
#HRIEIRE S (Degenerate Four-Wave Mixing; DFWM) %, Y€ Kerr £)R (Optical Kerr
Effect; OKE) IS 4181 5N TW3[L 2. ThoORERR, ZhEnBRL TV 5%
BN EBEALT LD RA—TIIRNEY, 5N 5HRBEZRIIENITEMETIE
. — R, SRFERBRZREZ AR e, 0, o, D=ZBOANNEEEK 0, O
HHEANTET & 4O (~0,0,0,,0,) 725, ZORTLEZANNL, THGETRHESN
3 IERREZRIT 4O (B3w;0,0,0) TH Y, EFISH T ¥ (-20;0,0,0), ZAF ¥ ZiE,
DFWM i%, OKEETI yP(~o0,-0,0)&72%. ZH5D55, AJEEHIIETHE
ENELLEWDIE v (~0;0,-0,0) TEENDBETH D, 1 (-0;0,-0,0) DEEE
ST &Ko THU 2 BEIIEFER BT RELITHIET 5.

o T, 2D 4P (~w;0,—-0,0) DEEEHIT X > TEIEE I SN2 ERBERRE(L
RRIET A EEELTREC RN Z AF v ik, DFWME, OKEETRHNSIS.
ARFZE TIZOKEE D TH % OHD-OKE 2 FiV /=, OKEELE, WfElZAFHEIE AV Al
BE7R 2 E—AMETH D, HAFOFA U EHlHEDE 72 OHD-OKE O EBR A
BRI S ICHERTIEE TH 5720, B /M & < BEE TEERIERPAZINE
DEFREERETED. £/7, ZAF v VIEPDFWME SRR, FHEEFIC
FRINDBEIFROBRFOBNZRET S0, BICL5EFNRBHREZ(LOZE
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EZRIIENENSTRE N D 5.

2.2 Yt Kerr %R (OKE)i%

¥7, OHD-OKEEDOEA L7322 OKEEDOFRBIZDOWTRANS, HiTk 5 E#H
RN —RITHKenr BN R EMRITND 2 EN S DN DK DIT, OKEEIZIERL
ZOWMFROBELRIZBNTHBREINASHNWSNTE TS HETH B3, 4]. OKETE
TO—RBBHFEEZR2UTRT. ZOFBITERELELIZRANR S THITE- T
FHEEPICHEFR SN BIFRORAFNENE, HEZEBT SBOTO—THOR
HREOZEE LU TRIHTZHETHS. WE, K2.10K DI, KOETHERZ 28,
RCFPIZEMB L 27 O—THORNAMEXETOEREREREZERERELT
®5. ROTROREHAML, TO—TRHRORAH KL TL5° EBD L1275,
R THICE o THRIFREAENBRI N EE T Z, TO—-THNEBERTDHEYH

K 2.1 OKEZEDONXFEE(GREY 1 %), P, P2 EAT, Tkt ##
ABNIR Y IR ETO—THORINHM.
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FDMANFEETS., ZOYRDZE, PLICERLERIETFP2E2BETIHEELLT
BETS. ZOXFHEBETOHEIEIR, BICERXRS IA7O05 1 Rl EXBITE
BRTULIELIE THREY 1 Bl EFEENS.

KIZZDOHFRBEICBT S, JKerr 27 FIV EZRIERHBZRDOBERIZDNTAR
R%. M21 DI BREREERERDEE, TU—TRERTHONEHE, 215
FIREA, ZHNT,

E;=A; exp[(kz a)t)]+c.c. (2.1)

DEDIWERTZEIZTD. BLEFESIZTO—THs=1), R TH(=2)%EEL, L, 0
ENENTO— THBIOE L THOBKEARKET S (FO—THERS TH
DREBEIIFL &7 5). WS cc RERLEROBRTAVTNS. i, TO—TH
BEOEY THIETEHERE E L THR-> TV, REBHCART 3310 70— THORENS
() IR U TEZE L AT (Y) DIRAEESD, 27 FIRE L TRINENZDT, &
FF VK OERIFEE A, £T 5 &, RENBTOREBI S 2 ETHe RN
SRR RE AN T,

0A,(Z) 2miw’ :
gZ( ) = P (Zg(yx x Ay Ay + 7((3) 1x Aoy AZY) (2.2)
1

ERINBB). ZITREEFONDEETHD, 0 B I y iy TR IERIE
SZROTUVIIEDTH D, 7 FIVHBENTO—T K25 TNTR > THITHNRT
FHNEL, TO—=THRB5RCR Y THOBRAEEE L I2BENERTED
BeE, ERI ZEcho THBEICHES TES. WE, fBOAREEZ Z=0, B EZ
LETHERBIZEBLEZED AL,

2miw’L

ke

Ay = (th)yx x Ay A +x§’§()XY Ax Ay Azy) (2.3)

L7325, REY M UBREINSABREZERRELZAVWTRELET 5L,
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A ) (2.4)

Isig,homo = 27t| IYI

E2BM, TNtk 23 LZOERHBEERATS &,

ne (4nw’L
Lig homo ZE( knc J (lggyx +ZYXXY’ LA, A,

Anw*L
( ) g()yx'*'%}’xxyl 12

(2.5)

2% AL, R THORALEE XEN S 5 FNTNBIEND, 4, =4, =4 T
BY, TONBEILL, = £ AA TH 2 LEOBBRER W ZORLSDNBE ST, &
B A CRIETOL V FIVHREIIZRIGTEBEZROMEMED 2 RICHHIT . B
5, ZRIFRBBZRNERROBE, TOEEIS GERRIREL) FiFTh
SEEED GERBRN) EDLAEILAD. F/z, HREEEEI T O—TH
SREED 13, R THEED 2 FITHAFIL, £AETIZ3IRICHHTS.

2.3 EANTOYA BRHEF Kerr $1R(OHD-OKE)%

2.3.1 OHD-OKE jED[EE

ANTOTA BRHZAND ZET, MBSV FIVHEZEBIEL TRWERS HE
RE/BOENZIETTIRRL, ZRFBRBBZROEKES, BRI 2 M IHET
DI ENTIREETRD.

HANTOFA BHIE, TN ZFIRICEFNEL D BN FFTFIE (Local Oscillator;
LONEERAEDOETESNAITHRSDHERET 2 Z LT, V7 FINDOEROLE
ﬂ:%‘:cl:Dk%?‘ﬂ:%ﬁiﬁd)ﬁﬂ@@"ﬁ{t&L'Cifﬁu'“ﬂ“%jﬂf'ébé TDOREZX%EHA
WTERTEUTOLIITIRD. Wk, BRIRIBA, THEL VTV HEEHRIEEA, T

sig
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HBHLONEZEREDODETCTHEREIIED L, 2FDONRE 113[6],

sig 'sig

I= @4+AXA+A)
27 2.6)
ZEA A ALOAL0+2 = (A AL + ApAs,)

2 sig wg oy sig sig

E12%. 22T, BELUAROAELE 1EIZY VFIVEORE, %2 EHILOKDMEE
THD, BEIFENTHHSEETKEHTH S, ZOBEIERNTOY A VEHTHO,
LOXD T 7 FIHED b+4HNDO—ETHNUIL, 27 FINVHOREBEOZEIZA,
I NAERTATOY A VKB HBREOLILELTENS. ZOK, $1HE
WEEIEICHNNSVWOTERTE, £, ROT7RCFayN—Z2hFTay oA
CRBRIBERWAZET, E2HEEZAY ML, AFOYA CHIZIKXLNBELLOSZ
BT ENTES,

OHD-OKE 13, YAFO4 1 BRIEICE S OKEETH B4, TDDHDLONIZ
70— THO—ERANSNEL LORIES T FINHETFHEIRILENDHDDT,
ZDRHAEFANYHRTHEHENDHS. €T, MAFPIEZXAENS D UEES
VB ETHELDZTO—THO YRS ZELOKE L THATY (X 2.2a). LOJEDALA
MTO—THD XS OAAE & FINAED & = % in phase &t EIFTY, LO JEDOALAED,
1/4 BT THEN TV B E % 1/2 out of phase Feff EIEXR. in phase RFITHBNT, N
FOYA 2T FIVNREIZRIFRRZ R OREERT DA LLHFI L, /2 out of phase
&HTIE, %@%ﬁ%‘k@&&ﬂ?é.:@tmnmwmmmm%#%mmézk
T, R RIFREITNIET 2 ZRKIEREBEZROERRL T OHZHET DT &0
TED. ZOZEEREMANTEERTEUTOLIITS. 12 out of phase FHT |
DLONDEHRIRIFI T O — THO—F( S, n<<)ZHEV A, =inA, L EERY, ¥
TFIVHOERRIBILA, =4, THEIERERTDE, s eK232K 261K
ALTATFOY A VEETRDZECED, ANTOFA 2T THIERER,

IOHD-OKEED & D122 7 F IR EBFRREXROBEEN—KT 5584, ZORMER TRES 1 R
B ERRONEY TH BN, 2 TIRIERESHZOERICHEN IATFOF 1 VRl ERERT L
CRAY
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Iy = lC'(A AZO +A4p A:ig)

2
8m’w’L
= knc nRe(xg’i()YX+X§’§()XY)III2

sig

EROEND. T2 TTO—THO—EHELORICANDZ LItk O0—THD XAk
DOWMNIMETEDLDBDELZ(n<<]). TOREER25EEBLTOMEXEDIT,
ANTOF A VB TIREBEY 1 DRIBEIRERD, AFO5 A > T FIVHBREIZ=S
RIERERZRO 1 FITHHAIT D, Eiz, HMBEERERII T O—-TEE, RO
BEOZTNEN1IRIKEL, 2T 2REAZEANTEY 1 O REEIIRRS.

2.2 OHD-OKE #EDNEBLE. (a) in phase 544, (b) 7/2 out of phase 4.
P1, P2: (AT, Ql/4¥EEMR, T3k
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2.3.2 Jones XNZ MILERW=EH

/2 out of phase R TOHATOY A VgL, K22bIH5KD1C, RALETPI
ERBRITOMICIVABREREZHEATSZETERINS. LALARNS, BRED O
YRHATFOYA > T FINEB5 O BEENREREBEEEZ EOX S ITTIUEIRY
NI, XEEZICBWTEHEMIZIIMN SN TB ST, ZLDRIENRZTSND([7-9].
WoTZZTIRALR—UZEE, 1/2out of phase R TONT O Y A1 ARHITHE
RAFRTOBRIEEL, REINDHABEOBABRIIONTERT 5.

a. RHEnBAEE

T ZTIE, K220 DNFEBTHOLND T FIVHRE % Jones N7 MIL[10]Z& HWN
TERTS. Jones N7 MUIHDOFEIREZELT S X, YHADESRS TR
2 HEETHS. &, BERER220L 518D, Z8IE D OEEA XEH S5 EED

R BLDETS. O mmixﬁm@m%mmf, Y OISR
m@%éna 2 ORI OBIGERGTEBR SN, FAIEARD, EED O IEX

. 111 1 (1
bi%ﬂ%ﬂﬁ{_i], -J—E[,]&i*%éhé.

[

WE, XEhEAE oZ2/2TRIET Pl Z#ilE U 7zYEs Jones X7 MLV ERAWNT,

i, = [cosa] 2.8)

sino

EEIND. T THBEADEDIIHEEZ 1 &L THL. PLEE#E LT, 148
ERQ, BT, MATP2OIEICERL, P2Z2EM@LATRESINDS. Jones X7
FILEBAWERRICBWT, AFRETRARY MVEEEUDIT BT TRSN, Z0
7501Z Jones fTHI EIEITNS. WE, Q, T, P2IZDWTO Jones {751 & ZNENQ,,
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#21 RAZETFD]Ionestrl.

HHERT JonesfT 31
ET _ cos2.0 cos.92sin9
cos@sinf sin“ @
- cos’ 0 +isin’ @ —cos0sinB + icosHsin O

/43 B =

Q —cos0sinB +icosOsin O sin’@ +icos’ @
. cos’ 0+ e sin’0 —cos0sinf + " cosHsinf
JE*H? T, = . T . .2 r 2

—cos@sinf +e" cosOsinf sin“0+e" cos” O

Xuhn 5 AR 0 OH DRI DA EFERS W B REATF.
FR1 I (EAR) B DY X A0 S £5 E 0 DT & A 2 /4T Bl
R E (EAE) B YX N S A 6 DA & MW BHT. (KEGER) A MO E T 720

ESHE5.

J=P,T,Q,l,
ERD, TOXEED,

IT<[J=J-J

T, P%&'@J‘é &, P2 Z i L 728D Jones X7 MV,

(2.9)

(2.10)

THASND. 2T, Jones FHIDERIIE 21107, Tibb, 4AKEROR
B XEIH R 2N T WD D T(0=0), Z0 Jones (TR EFIZE EF 2.1

(2.11)
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s, Fir, BRI A5°) FMICERREILE L R 2 7RI K DERITNGERES
No7-H, RETIE, EED -4 HRZ2AE, SEENCER T 2 REEH R DDA
HMETFTESBIBMTFERRTIENTES. D Jones N7 MUE, F2.1XKD,

1{1+e™ 1-€T
T_%=—2-[l—e'r 1+e4 (2.12)

EEIFD. 51T, AT YHARZRNWTNDDT(O=71/2), T Jones{r5l
i,

00
Pl o3

Ens, R21105R 213 58K 291ICRAL, FORY Kb - fFFIRS ZHBHICEHET
5E, R210M5, BRHEINDIHHREE L TREBIT,

I o< —;—[l—cos(r—2a)] (2.14)

NEHND.

ZZT, PlEP2ISERICER LZBAREATAHS. ZORPLIE XEARZFA
THY, PLEEBL TELNDRHAFBEXHM, o =0)E V/AEERRQ D m e & T
THHDT, 70— THIZXEHRZANWZERFELOEEREBATS. §72b5, LO
FMBAXINT, [2.1 EEERREY A R ERD. ZOFEITRHSNDIRE
12, a=0%X 214 ITRAL, |

1 r
I o< —(1—cosT") =sin’ — 2.15
2( cosI') =sin 5 (2.15)

rELND. RENCHERINSBRHEELINEL, T AYRIETNE,
sin’L = (LP LERME NS, TRERBEZEELABRICHHDOT, 0T L
5 RES A SRIETES NS L VT VRERSKIRBEZRD 2 RIKET 5T
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EMDOND.

—7%, PLIN45° B ZEMNTWAHEE (a=n/4)1d, HBRHIAHT 2 70—T7HI3Q
WE->THEXERS. ZOGERHEINDHRERR, FfRICa=1/4%2K2.1412RA
I./’

Ioc%(l—sinl“) (2.16)

ERoND. IR EOITAENFsinT =T RSN, ZREFBEZRE S T FIVDE
MR ERD. ZORERANWTHEAT O 1 CBRETH SN ST FIVOZRIER
RBZRIIHTHEEEZ I REFAL TNDHXDH DH11], EBOEREEN, F
5/ HELOMEICED, a=1/4TI3E<, a=0"5002 77 U (~ 19BETSL
REBETITONDSIEEEXSE, BEEIOXZAND I EIIREYTHS.

RiZa=0fHIIZBT 5L T HIVREDRS BN EZRAND D, R2.14DENUKX2E
A THD. cosBIED Taylor BBHIZL B cosx = 1- x/2l DEABRRZ AV, THICa? D
EREATZE, R2.1413,

Ioc%rz—ra (2.17)

EElENS. ZOXNS, PI1OEER (a#0) IZX> TTIREBIINET 2EHMNEN
5T EMOMNSE. ZOERANTFOYA T FIVICHSTLHTHS. £, a=01F
HIZBWTIE, ST FIVEEIIPI ORERA o L LFIBERICH D, HlIEL 22 7 FILA
NTOFA T FIVTHEINEDINEHRBTHDERND EDRRS.

M231Ca=0fHEIcBIT5, R24DIETIZDOVWTDY ZT7%2:RY. K23 Tidb
NPT TEHOEBROEREGELVIEIPI ZREHEGEIELZEREERLTHD
(¢=0,£0.17). a =0 THBKRESY 1 L, ZOBEKOMNMEIETORIETHD
(K2.32), a 20 THBENTOF A D REZZ OO Z20723 5 L THIET S
LMY TS (K2.3bc). ABHICAEUEIEREERIFEEIC L SAHENT A0
~01InZ T O THH BB ORIEBEOHFHEZRPICRKBRTRLTHD. BNS
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C
1
/
04 To=-0.1n
\0.2
-0.l4: 5 o

04 00 04 04 00 04 00 04
I'/n I'/nm I'/n

2.3 BREHICRAELZEBIFICKAMNHEENNINT DS T FIVEEL
@o=0 DB EE (FEY A B, b)a=+0.1t BEL L ()o=-0.1r D
BE (NFO¥A1 UBHD.

bNBEDIT, ATOYA BRI, FSEY A UBREBLD bZDERED R WEEZ
FIALTWRENZS. £z, TOERERIMEEIE, BRI 5AE o DETME
BRERICTH>TH, aDFBICEVERS. aDFEDEAEESNEVNEREEZG X
00, BlIEINDZRIFEGBEZROFFIKET 5. K23ciTRLAEXIIT, =
SRR ROE (Eo TIE) OHER aMEOTLRXDERENRN I LR
bind. §to T, ZRIEREEZEOKE LP1OEERA aDHFFOMEEICKDER
HEOBNWIEELEZLETEREZITOLEND . FHEICBNWTROETRY AIERE
REIINSICHEEL, BREMRIEREFTTROII> TSI E2HRBL TIro2d
DTH5.

b. XFFEFORIKFEDIENCES LOKXDRIBDEL

231 TN DI, AT OYA URIBIZK - T, AFEBITBLRLITHINT D
ZRIEFEZROERLOHERET 27201213, LOKERS T O—THD YD
DN TO—THO XA, DMHIZHRT 2 BN TWSHENRDH D (1/2 out of
phase &), TNETHERLTE RATPI ZEET BHE] 13T OEMERHEL
FHETHD. ZIUTH L, /2 out of phase 275 HiEE LT, Pl Za=0TEE
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LT NMAKERQZEHET 251k NHMEINTVWSD[T,8]. LML, ZOHER, &
BRICIZREIAIME & n2 BT ALAHANELE U 72 42 (mixed phase ) &7z->TL £ 5.

Jones N7 MIVEZRNWTZ DX D IREEEREEDBRWICE B LOXDIAHDBENEE X
THD. VWE, MEERQZEBL TERLIN%E Jones N7 MV TERIT I E2EZ 5.
RILT Pl ZE#ET 5 HIEDHE, ZDHD Jones N7 NI,

Qo Ja =[.C?Sa] (2.18)
ERBEM, 1V/4BEEWRQ ZHERT 2 HEDEEIL,

cos’ B+isin’ B } 2.19)

Qs Jo = [—cosﬁsin B +icos Bsin B
&£12%. ZZT, jpldfABE o =0 CTEFE L /ZP1ZEiB L TE /I DJones N7 MIV'T, Q,
kA A B DSR2 /AR D Jones fTFITH B (F 2.1 & D). WE, B
RN D 2 DITEBROBEIEREFITHE TS o, pIIYOIGENWSYOTIRENWES] T
BB, Z0EE, R218DXHAIERTHZOITHNL, YRSIEREB->THD,
X3 E YR TR ITHETAMNHEENH D Z ENbND. 2L TR219T
WX, YRGS EBERKT, R218DXDIT XKD E YRS TrR2 IZHY T 547
HENDDWICELDDIEITITERN. ZOZEXD, VABRERQZEET 5%
T3 /2 out of phase FHIFH/HNT, TOIREFITIIZRIFBEEZROEKR S &8
RS OMEDFEMRBIEL TWEZ E8bn 5. AFE T, RETPIZ2EEKET S
FiEZERW, IELW /2 out of phase & T RIFRBEZROER T OAZHIE L
7z.

233 ZRIBREBBRORESE

RIZ, ANTOFTA RHTHEOSND T FIVREN S ZRFERERZEERET
BHERXDNTHND. FHEE U TIIARE O/ 5 N EBER E2 SO AR
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B E RO TERERMPRZREZRE T DHHEL, ZRYVEOZKIERBREZRETT
ICIRE T DHED D 5. AFR TIIERBEBEREEZE T DLEDOLWHIHETIT o 2.
FXHE TR S N DM ZRIERBREZRIEIK 2.7 2HND &

3) 2 -1
00 _Xs_ _(ns | [Ls )| Ius
# -2l 2) 2 e
L%, ZITHRFOS, RiIZTNTNHAERE, SREBERL, nldBTTRER
T oF e O =0+ 0 THD, xVD LNy FMIEHEMEEZRT ZDIIHNT
W%, BIEIL /2 out of phase & & AN TERIERBREZROEEH > OABET %
ZEERFHREELTNABDT, R27TIXHBHELFRe() FEBL THRELEL TNS.

I THIEIN TS ZRBRRZR yNIT >V IVEES & U TR 1w + Xy ©
B DN, HHEIEE I DT Shang 5 DX FHMEICE D S IEFT 2V IV OEE(12]1T
o5&, T g8y - X0, IWEMTHS. 7=, Born-OppenheimerilDOH ET, &
F k413 Kleinman OAFE[12] 005 0, =140, 722 DT, BFRMIIONVT, #
BLTWBT VIV,
©)

2
= lggygxx - lggyy = _xgxx (2.21)

x 3

L%, HxEICKD, 3RO BHE, K221 ORI, X220008, 2FT
BWLETEY =10 &85,

2.4 OHD-OKE BIE R T A

KT, AWZETHWZ OHD-OKE Bl AT L DK ZK 2.4 2R, FIRIZIE Ar
A A L—F—THRELEE—ROyITiY 777 L—F—CKEART r 5T«
2w 2 28 Tsunami) ZAWVWE. TiY 7747 L—H =0 51370V ZAHEK) 50 ~ 100 fs,
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H— fs Ti:sapphire
laser Art laser

B/S!‘ @ variable delay

pump RO PCP
chopper !
STTITTTIRaasssesanesasninaneanas LIA
probe 1= : A| 3
Pt : { PD
P1 Po
Q sample F
L1 L2

X 2.4 OHD-OKEHIEIATFAL70OvIK. B/S: E—=LZXTVYUv&—, Pl,
P2: Glan-L —H¥—fR}XF, Q V4EER, L1,L2: L2 X, A: 78—
Fy—, F: 74—, PD: 7% 8¥ (A —R, LIAOv 717
>, PC:X—=VF N a—4—.

TN F—K10n] DN ABESND. SNIVADEDIR L EREIZ82 MHz T, HA
E—LDFEGNT =T IW TH 5. E—LDZERTO7 71 IR EFE TE
B2mm (2 ff) ORIFARGaussBEZ> TS, ERTHEALEKE, /L AESR
Aim XN DZE T D& CRBNCEERT 5.

TiY 7747 L= —OHHE—LAZEERE - LA T Y vy —TTO—THER
CTRHEEIN, ROTHEADEa—F —FHIHINRENSBEREED, &
BARESEML > XLl (EAERESO mm) THEIXIN, AEHIcE—LAT I X M2
R 5. TO—THIEENFEBIERZBD, Glanl —F—RAETP1 & I/4HEERQ
EEBL, ACLYXLIKCAHTS. 7O0—THOE—AYIT X MRIZ40 1 miRE
T, 7O0-THOE—LAYIA MIBIZBW TR THETO—THOELZDBHEKR
KRDEOBBESHARLE. E—LUVIAMIBOREZESICT 5720, AER
W —3BEZMAT—Y Eicky hahiTwa, £z, REMEBIIBITER 7
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ETO—THOBEIZ20:1 U ETHB. BB 2T O—THIETY )N—F vy —A L,
JYA—RrDEDOL U XL2 Z2@EB L%, GlanLb —H¥—{RNEFP2ICAHTS. P2
EEELUFESRORBEINZUI T+ MY A4 —RPD TRIEIEN5S.

RO THETO—THORAFBRNENIZ45° L7325 L D IZRNETFPL 2 ZEE DI
MEm X, X512, AT P2IZPLIZH L TZORAFRNERT 5 XD ITHEERS
BELEZ. HWREAETFPL, P2OMEIIEE LS5 X 105 KRB TH DA, WE DM
L > XH (L1, L2) 2 ANZHEOEDNREALIZ2 X 10°BETH D, 2ERORK
HOMEIIRE EL > XORNEELABERE TRE> TS, ERFICEIATOY
1 URBRHZITS 20T, P12 ZEEIDIZL ° /YA FAARICEERI . BETH
ZHRERE 2 AND 2DICHBE | mm OBE#MALE LIV EHWEDR, XEREED
RAMEZBRDBNEI S BRERITRR MOV ZRFI L TERALZ.

RTH, TO—THEBIHERRONTF 3 v /- &> THEHAREEDZTNTN
BRI DEEKTERENT, 74 NFAF— M5 OHNEREZNS OREFRET
Ow 74 RHBLUTSZFIVESRL. MAEKTOY 71 JRIBTSZEICED, 54
HIZR D THOBEDOEEEREL, ROLWS T FNORENY I T 5T KT
J—TEBZENTES, Oy Xy A7 7 CKE Stanford Research#  SR850) TY
Oy FOINEBRINESREII/NN—Y PN Ea—FITELN, EERRH
EEZ-HIEEEVIEL TOHD-OKE W E DRI 707 7 AV E L TRtk S s, @
W, BIEAE3I707 vV E7=0 5128 TH 0, HIEAMOEERMEIZII0STDH
5., —DORBLZD SENS IEOTOT A INOREEEEDERL, TOFI2HE
RELTRALE. =B, 7077 IVEORERZEILE 5% RKETH 2.

BIEICHERALEL == UL 20 HCHBEREKZEL <k 5 I &3, BRI
7=V A BRI B BT TR, B2 S Fourier B2 HWET a2 R 2 —
2 a BEAEELLTY ETEEICAYTHS. 72 MUV ATIEHAERT O
EN#OD, BTE2EBT HEI/VVABNENRT S, 2 T/NIIVAOEHCHER
BNEBOBESRGEODETHELND LD, AL ORODIZESZ 0.2mm O B-
BaB,0,BBO# R ZBEE, R I HETU—THOBHEAY MVOMGMIZHET S
BoEmARE ORE 2B EREEEA THELZ.

26



2.5 OHD-OKE&EICK A ERF

ATET TR BIE > X T AT & 2 AL R 3R O B = RIER T IS O JIE 5] 2
A9 (K2.5). MBLRFED T = L MPEEO ZRIEREAZIGEIIEETE < DI
(11, BIAH D, Y AT AOREERRICIIROE L - LR TH 5. ZOKETD
7 7 A INVICRBEROGBERME O L THFRRNE—T &, 2RIk TR
BHICENT 28ROV ASNEZETH 5. BERMTOMEDS VFIVidL—
PNV ZOHCHBEE XL —BLTWS (K25 AR). 2 TiZECHBE DM
TBIL 76 fs CEEZIE) T, sech® DIV AFEFERET S /UL AL 50 fs CEES
18 L7325, Z OBIERFFEERATED 2 2 )Vid Born-Oppenheimer D & & THHE
FICIEE T D EBALNDBEFRAICEDDBOLEREIND. —F, BN TRENIC
BET 2RI TFEB IO FHOIRENI X D HBEECIER T 2R THS.
B2 Z 2 TRONDEHLRML, BITRT Fouriler BHUC X 2T 2 AVWT=D0D
#7532 Raman {2 EARE) (218, 314cm™) DE—FEREBEINTWVS. K2.5DfE
RICASNS INS OFRRIIBIHROER[11, 13] E X< —H L TV 5.
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B 2.5 MEE(LRED OHD-OKE g (—). HARIERERM O a0ih
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RLUTHD.
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26 {EHATFPlIOEESMS alzxtd % OHD-OKE > 7 FILiEEE.

K2, BoNEI T FIBRATOFA URBIZE2HDTH DI L 2RI 272D

CiFo 7, [RAFP1 OEES alHT 2 7 FIIRERFEEOKREZRT (K2.6).
T ZTY P BRELBERMT OB IT2b0TH 5. ERIZa=0TEOZERT
ZEHBELTESN, o DEAKRLIVESNSESOEANEDS. Oy 1 Rt
THDDT, EENREMNIRBENT, Fav/\—BEEICRHLZESOEREN
BESNSEDICEBIKREATSOEIHDES. K26 DFRIIKX 217 THRLN
HEMERE—BLTBY, BATPIEEIRZHRITHATOS 1 VRHICKDE
EOBIENRTETVNS I EEZRLTWS. b, BEIRE 07 71 IIVOBRIE, oZ
05~ 15°DHETELIETHLED ST, ZOFEBTRRES 1 VEFREHTLZ
ENTESD.

KIZ, ANFOFA T FINREOENBEKEEZRT. XKerZIEBEIZ=X
DI LBRTH BN, ANTOYA VBREZETD ZE T FIEBEOEARN
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BERGHEIIR2TED 2R THEZ EBHBFEINS. BONTREERK2TITRT R,
ASHHIRE 200 ~ 800 mW DO&iF TRIF/R 2 ROKEMENHER I N/,

26 TEENAEICEITSMER

AL TRBEZRIFRISE DS A F IV ADHRET, TOREIIHT HER
MR ETO CLZENEL TS, 20D, HRT ) OREER
RETGEEHBENNS DT T FINOEFLEE2ERT ZHENDS.

OHD-OKERIZ & 2RI, T ORARE & U TOMED S, Bkl OREEHT R
RABDUEEECRENREEERITT. CORBRTERGTERIERAT 5L E
CRZBEFT TR, =it TH, TO0—-T 275 NBETEDL> T 5. il
SRELER)V, B3 70-TMNETHEZTTS CA—BEBZAEL THELN
SEFHERKRECENLD. TITERMEED LD, —HOWEITIIED I <>
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FER—OELERN, REMEAOREEX THEETo /. 512, wIRLY—iz
YIVEEDONBEHELEZED D720 DOREEREZRITI R, 5% DFEE THRIENRE
Elro Tz,

RICEBTRERD, VBRI THELZITFIVTHS. ZREGEAFIDE
i3, HD RIS T 2 R 2 R W E N S DB AL B ZIIERIBIEFINE L3RR,
FEIICETOMENSEL S, BIVOFEMEL THEMAL ZARO=ZRIEFBEITE
BINENDDOD(yP=1X10Mesu), FFWXTHEEL TNEDTREERDEZ
DRESZIEETE RN, TITAIEMRICEENSHEB NS DL T FIVED %
REDD, ZLSIK ZEMBELR>TLS. TORBEBDZUTFOHETITH 2.
2 8IZEEL & S IR - TEN L 2B E DXKerr & 7 F IV DREZEAL (ZALBIKT
) 2R, WELRERZMZLUZELVO ZNBKREEIIERZHLEL, FHELE

Signal Intensity
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Z / mm

2.8 OHD-OKE >~ FIViEE D ZLBEKEXE. () MWE{LRFBDA -T2 A
¥, b)EBOAEYRI. ERITNETN1HEE 2 ED Gauss BB
Bickd740 9574027,
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L7mm®D Gauss B &2 5T B, ZHITHL, ZHOBIDEFBIE-1 mm & +1 mm i
DEFDEMERIE0.8mm D 2 DD Gauss B OMTEREINS. ZODDE—i
ENTNBINOERE - BENS DI T FIVEEZSND. T FIVIENEN - TN
LIOFERICBNTHEOBEIIYOTIRN. £ TIOERIIVDOESMEBICBIT
BT FIVBENS, MEREOS T FIHIZEENIEINOEFEERD B & 14%
L72%. ARDEZRIFFHHAFREIFRELTMEBEBTHRE THD I ENMEN TN
DT, MFIRFBROMETHISED S 14% 2 E L5 LIELREZDHONSD
EEBENMEOSNS. UBEIOFFEIEONT, Boh-MEFHREICHL TRV
DRIEZTZZLICKD, MEBICRENSDOS T FIVRERED I ENTES.

27 £&8

AETIE, HIEHSESHIBNWTHNS I 2EBRFETH 5 OHD-OKE I
DNTZOEHRERS X OB, HEY, FEAEHE L%, OHD-OKE &
i, () BREE, () SRR RITHN U TRISE, QLOXORAIHEIC X 2 =X
MBS ROEREBHMOMTEA, Lo BRERITNS. —F, EROH
FETS L TORERE LTI, )EE SN2 SRIESHBZRITZ DT 2V VRSO
2 X omx — Aoy THY, BRI DONWTII 4L, TH D &, (QQBEAT S LOKDAA
ZOES (RATFPIOEESM) Tk DBS5NB 7 F )V OEBEA R T 5 A
B35 2 &, QRSO BIF LIV ORS00 T 00— T B OERE %50
DRENS B E, WEES T FVREENBLINS DY FILOFEIIME(HRE
ERBE LEBE UBEES D, FEROREICIHES 7V FVCBENBETHS T
&, ERETEND. IN5EEEL, SREHECESME SRR ETUBOET
MR BEBREIT 7.
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3 FAT 2 RKGED=ZRIFFRAFZCEDEFKRS

3.1 #

AETIE, H2ETRAN/ZOHD-OKEEZAWT, "\TORF2EDEANLEE
BALEMTH BT AT = VEBEHRCHX 75> X=0), F4 7z (X=S), kL /7=
> (X=Se)) D2 THRAEDEEZRIFFHAZIRE ETAR, FITEOREDOFITEEN
DETHACDNWTATOREFOERTERNG A ZHEERARDS. TODITHR
DBDOTAFT I ACHEEZTTTETRY LR 28T 251 & L THEHEFourier
EHREANEHEERAREL, ChE2EATS. COBREONEBETFRODSE B
DBRERD, T4 7 = VABERICEENDIATURERTOERTFBERICK D2HE @5
BROBNEEWT D. £/, ab initioF FIEBEIL LB E—FEHE I > THES
BOMBEEZRD, ERTESNIZEE LTS,

B1ETHEREE D, SR FEEIHER I L TEROKEEERT
bOEBESROTRHLE DD TH Y, HHHEETE SNSRI EIEE T
B> TH—RITHE DR - - WEIGREN 54 U T\ 5. BEARRRRREE
BIEHE T HABEROMES RIS LIS E L, T ORED 5 ETHRS LHRS
AT BTENTES. BFRARSHMEBOD L TORBBO=RICHHA LB
FOMBIEBHDTHY, HT LB 52 OHUBURKDE - BHMERTH 5.
EERRA BRI L SHRBELICHED B OMERELOEE, BRI
ERFBAERELEL TEN T 3RS THS. TORKGIL, Born-Oppenheimer i
Bl (55 VIZBEGEL) DERERE LSS ICTREE /257, BT EETHROAS
BEREDRD, TORMETS T ER—RICEBITENTHB(1]. BFRS & Bk
SO DREOENE, BMEISEEDELZ->THAT 5. &I, Capns7x
L NI BB EE O BB TR EOZIIEEIC 3> T 5. BTRHIET
MBEOHIHEET 50T, K+ BEQ/ UL ZIED AR /L 2 DBHIZH L THREH
EHL TRET 5 DI L, BRAMRAR OV DB UL ETFROBEREBIC
S OTENTEETS. LAL, H+6BREQ/UVAIEL, HERICHL T
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A IIVABIERE AT, FORBRE, AHIOUVZADIVARBHDIREIZ B E T LA
MBS DBEENEEND. T, ERHOEEIERBZIGE 2 ETRS &
BT BBEND S, TORDHO 1 D0AEE LTI, BFRS ERRD O
EEREREL, B5NET—F I OVWTHRHB/N_"RETH—T Tt v T4 27
THEHEND D, TOHETIIERS ORERKEEET ZHENH DN, BRSO
SEBIBICDNTIZE 4 ETRAS &5 KHEHWICEONDOEF N EESM BRI
TWBICEET, KEREEENESZENBETHS. T THE, McMorrow 5
(2112 &> TEA X N7 B HEFourier B % W BHTHE 2 B &1, BRSO E B Z
RERTIETFRS ERRD EDBT 2 HEERRE L.

ZOFEREIVRESNEETERID S, AT LVIBT B ZRIERBAFERE
DAEIRTTEBOBRERETES. COEBH/IBREVERISTHRE
EXBIRTEADIENTELZRTHD. ZHET, F4 72 ORBE=ZKIERE
He AT BI L Tl Zhao HIC K BMEN D B8, B B IIB TR RS 2 2R
CECBOMBRERELTBY, ELWEKTOE B/mERE 5 X THWRaMo 3]
¥, ANTFOEFESDHFBERLEYOZRIEREARRE BT AT ORETOE
BEFBHRICEDPRICOVTIE, BESIZEXEFY 2 M VEABEIDODNWTORENH
5ﬁ,:hﬁ&&ﬁﬁﬁﬁ%ﬁﬁ%f@éE:@EBUE%/@%@KBH%%%T
H0, ANFOEFOEREFBERICL 2EERZRIGHAEGENOREIR BN
TWiaho7z4). 4H, BRI EERSEHBEL, ZOBRESNEEEOREN
EoBHMBRICETE, ATOFRETFOERTFERNZOZRIFRBAFELREICEGAS
HELFAND.

F7, REOHEFHEORE LFHERONEERNOREIR EICKD, HBRI/NS
12 FIT DWW T hdab initior> TIEIRIC & BB B MR O —FEFE I RRIC/E 2
TETW5. flZIE, KEESEEKEEREZAW, EFHEZERTHILT, CS,0
LSRN ERDTFIROVTREREZ TABEE T L REEEENREL /2> T
£ TWBI[5]. ab initio D FEIEEHEIC K VEZBHBEZRD, FRELLETLI L
1, EBHEEEEREOHEOEEEOERICEEST, ERTIIERERFS Z LOHX
RWERELESNAAREENDH S, 2T, OHD-OKEHICK2FERITINA, F4
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7z YFEBEICONT OB BMERD T >V VRS OEHETE 217, ERMEE D
HBEfT5Lbil, A\TURTFOERTFERICLDT VU IVBAOEEEERT
3.

3.2 OHD-OKEXIZkBHEIE
3.2.1 BFRSEERSDOHEICOVWTOERNYS
MR, FEHLREROBH S RIFRBAZIEEDOBTRY EERSOSBEITIL, R
BORERBOBEERZREL, NIVAOBCHEBEKERFOEFRY EMEZT
b—774v?4yﬁkiD%h%h@&ﬁ%&ﬁ?éﬁ&ﬁﬁ%hfﬁtmm.:
DHEZITD EDITIIER S DI EBEEOBEEERDMN > TRARERHZH, “h
BT UBBEAITIRARN. F2T, BRSO OBEEROBEEF 20E L FICEFR
BEBRD BT D EEELT, 3 Fourier Z# 2 W HEIZOWTIRR S,
WE, IR 7125135 OHD-OKE DV FIVREE I (1) T B &, ZHIW
HOEEBEG() & L ——/ )V 2 OREHTHBEBEES() = [ 1(r' - 1)I(r)dr & v

T,
I(2)= [ G(r-1)S(t)ds | 3.1)

DESIHENPI>RY 32— 3> OB TESND BR). I T60)IEA >/ ULR
WEIZHT 2MEDOEBRISERE T 40 T 5. 25126() 13 Born-
Oppenheimer LD H D &,

G(7) = Gx(2) + Gy (1) (3.2)

DE D ITEBFHD G.(t) EBRS G, () DFITET Z ENTES. EFONREBHRITHT
BINERE ST THBDT, BHt~1006D L —HF—7 UL 2120t U TEF R
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EERRTZENTE,
G,(1) = £5(z) | (3.3)

&EDirac DTIVI BB S EANTEERT I ENTES. ZZTERETFRIOKE
SERTEERTHS. —FH, BEERIBRENEBMTERVDT, =0T,

G,(0)=0 (3.4)
LETB.

A 3.1 ZEHE Fourier B9 3 &, BB TO IR a—3 a IZEKREERT
BFHWE SRS, 22 THEORSBEEIIREREER TIZ,

G(v)=1,(v)/5) , (3.5)

D TEERIND. ZITGW), L,(V), S@)IIERBEET, Thth, EETER
URBABEEY (=v/c, c\BEZEHROROEE)ITHT 2WEORERE, BES T,
JVA DB BB O Fourierff i TH 5. ZZTv OYEMBHRE LTIz L M
POIVADZARYG MIVICEENDRABRBEERTEEZADIENTES. G(V)IIR32&
FIRRICE TR LRI T, G(V)=G,(V)+ G, (V) LR TES. £z, ZhbH
WHEEEATHHDOT, ZEMBEEEBIHTITERET S L, A
GV)=GW)+iG"(V) &85, TI4 LNIERER, ¥ TN T 51 LIBEHERTHO
ETB. ZIT, BTROREETSE, GU(V)=0TH D, BFERMIEERD G V)
WKUDERNEW, 23 r=0THEZF DBEIRII R Fourier E#UITH Y T 2 EHKERICD
HENEND & OEENDREICELZBDTH B, BEROPDEL DI t=0TENELOT
& % BI%UIIE T Fourier BHUICHI 4 2 BT BEMENS. McMorrow 513 HE
BI% G(vV) DI G (V) TR O AN D Z L[2]2FAL T, CS91RE
(10172 EDEREDT A F I AZRARN. RETIIEFRDITELNH D DT, #HiT
ERHG@V)IHEET 5.

IREBROERMG (V) &, BETRS LS EICHTTRRT S &,
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G'(7)=G;(7)+ ()
=£+G(7)

(3.6)

L1585, R36D=D B DBHRIL 5(1) DMAFourer ERAERD 1 £ 7 £/ BKT
0B, ZORNS, HEBKOEKE G RERET 12k 57— E SRS
G, (7) DRI 5 o TV B T ENDAD. > T G T) IO L1257 OEBAS £
HERETINE, TNABTRAOKE S 27T T L5,

322 BFIPERERZERLLUVEZBIMBREOREHE

X3 11TH32, X3ZEMRAL, BFRS LB ICHBET 5 &, BRI r 10 BT
LETHS DT FIVRER,

I ()= [ E8(r -7)S(r")dr’ = & S(r) (3.7)

3B VNE, SOEY—VETHEBRL LB THHEEX DL, S0)=1THBDT,
T=0THI, (0)=E&T2D, EIIMRIY O COBTRMNC & DS VL EkT 5.
BRALT 2RO VI VO~ fER], ET5E, Bllr=0Ic B 2BTRMC L
BT FIVREZEL, E50, THER2200L,EBEMA DL,

(3) 2 -

~3) _Xs _| s Ls] gs Imax,S

Aes=—ar=|—|| = | —= (3.8)
s XI(;) (RR) (LR éR Imax,R

R0, AR ESRYBEDEE T S RBOBETFHIER RS R FODKHEE LT
RETED. NV MORHEMETH DI EERTEDICHNTND,

BT =K R

2R yOIHT 1ESE D O BAERy ICEENET 5. 40
£ yDOBRIES T OB

N & Lorentz ORFTHHERT f = (n’ +2)/3 & AN T[11],

X9 =Nfly (3.9)
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& BRBDT, TNERI8ND, BEMEICHT DHME - BIHBRRII
7s = Xox Nefa [ Nsfs (3.10)

DEIWTRETES.

3.2.3 B

BEdgEins 75y, F47x  3BEFRAFHORRHEEZ AW, FKORZDIZ
KBNS I LEMAT2ERELEbOERAWE. 1/ 7 = 2I3KE Aldrich®
(Wi 97% L b)) 2ZDFEANE. WTNOREHEA BB VICHRET 2RI
AZE02 4 mDPTFE (RUF I 7NADIFLY) B Y IP T4V —2RL,
FELRHELOBERERDHMNLT A N ZROBRWE. ERPEZROMUEICHNSE
REDT b ML —F— VA& > TREHCY A —IBE T TWRN T & Z /N
DB, BIE DR TRAFEKINARY MVERELIZ.

ZRIEBBRZROMIFEILE 2 BTz OHD-OKE #2 Ay, 750 nm & 790 nm
D2ODEEICBNTH>7. HET0 nm T, L—Y—/VVADBECHBEO¥E
LEIZ 140 fs TH D, sech? DIV ABERET S E/VUVAIBIZ 0 fs ITHET 5. KE
790 nm T, FHBAEIZ85 s TH Y, /IVAMRIL55 s TH o7z, OHD-OKEIRIZ LS
BISES 2 F IV DIREN 5 FEBREZ R 4O %2R 5 2D IIIRIERRIC BT TR E
HBHER B BH, THUIFE UL —F—H 2K E L TAbbe DBHTHREH 2 W THIE
Uiz, BIFRAE2EY, £ TOERITIRE 296 £ 05K, #EE 30 ~ 40% OfERER
BT Tfio .

S

3.2.4 FA 7z AKEED OHD-OKE [6&E L EZBREE

3.1 123 E 750 nm TOF 4 7 = > F#AD OHD-OKE [t & &2 RY . /o7 7
> (”3.1a), FA 7> (K3.1b), L/ 7x > (®3.1c) ®OHD-OKE > 7 )V
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WD, BIERR-150 fsfHEN S IEWITHENE S BN D 2R L, BEFEEAZEEE
0 AHETE =2 2MA, 400fs ETOMICE—VBREDISUTFALBITS. 20
BEVWHBERS DV E IPEHE TES. T 5I120~500 fs DREBITIE, 90 fs BL U310
fsIZHOTMITMADS, £ LT 140 fs B L UN460 fs FHEICIIN T NICERNRBD NS, —
75, ZIRWE LU THER L ZmERE (K3.1d) OBEIRHES2HPLELTE
FEEABRIERITELE EAD EMEERL, TOBRDTNICERL 225 R
5. MFARFEDO SV FIVORBRERFAEORELEB X CRIRL, RIEICHERL
L= —OBRCHEEEBICENW—RERLIEZIENS, TOREDOKEHMNET
FRAWZEDDBDTHBHEZEZLN, BMEINTVBHERBE—FHTS. F4T7xF
BARIZ R S NS RREE R U TIEHRRISER, X101, EUP 0], Rb
INRIBEUNR DT I A=) 12l E N0 IR DB EED FOBREEBLODHD
Tohol.

=

2 . b |
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= /\\

g

p—
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5 - Cr
9 p)
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T I | |
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Delay / fs

K31 WE750nmIcBI2FF T L Alfk@ 75>, b FA I, ¢
: L/ 7z ) EmE bR () D OHD-OKE &% .
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Delay / fs

K32 WEIOMmIZBIZFA T RAEEKE@ 752, b FF 722, ¢
vl /)7 x>) &bk () ® OHD-OKE .

W 790 nm TORIERE R (”3.2) 13750 nm TOFR & RN RFHITLI TN,
0~500 fsDFEBIC RSN BMALFENE DI ED EBNTNDEIANENRD.
N5 MA EFIEREEROMOFEFED T ORE L OGN 52 FRIAEERITGERT 5
BRAMICEDBDEEZSNS. FHE 790 nm EHE 750 nm TOREREROFICE 5
N5 IS BEOHROENT, WEEKER TOREL —Y—/UVAD/NIV RO
BOICEZBDEEZONS. HKET50nm TO/VARIZHELIBTIOSTHDD
et L, ¥E 790 nm TO/XIVAMEIL 55 fs EE L Bo> T, &K 790 nm TOFRERT
REWOLVZICEDEEHRL Y ab—L > MIRIEE N TN S DI 35 <
BNAEb0EEbNsd. HFRHEEERAICERT ABERMTDONWTIIEL4ETHL
EEKTS.

KIZK 31, 32037 FINOE—VREICERTS. #HE750nm, 790mm D E
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BEDERIIBNTD, 77 >OT T FIDOY— 2 REIBRAETH 2 IUE LR E
&ﬁﬁﬁcﬁgfﬁéﬁ,?ﬁ71>,tb/7I>&N?DE?®ﬁ%Eﬁﬁ¢K_
IBRITDON, TOE—IVREIHEALTNWS., Zhb, E—VREDMIMIEANIC
E=ZRIFMBBZROBRERET DM, FORENMTTETRS N S 725 ME L5
REERTHELND LI, BEFEAMECBNTHLENTHRETIRRS OFEMN
BENTND. EE, E—2BIT10~30fs EEBESD SBNTBD, KRS
ERo>TWAIENDNS. ZOFNSBEBFROENBEL TEBMERZRET 2
7Z®IT, 3.2.1 Hi TR/ Fourier BHUICE DO FH2HWIGT 3.

ZDFRIT XD #F 5 N7z Fourier £#: OHD-OKE JR&E AR 7 ML OERERS %K 3.3
BLUKIL4ITRT. K33IFEET0m ORI DF—INSBSNEHDTHD,
B3.413HE790mm DE32 DF—FNEELNEHDTHS. K33, M34DED
ARG PIZBNTH, 100 e BAF TIEREBHEMNIIT < ICHRENARY N IVERE A
MUTWS, ZNRMEEMRBICHS, F4T7 2 D ARETHICEETHS. AR

12 ] I I 1
N —t
9 ' t + t i
Ve U™ -
?/6 t t t }
l
w-\\ c
3 ' ' — ;
_ d L
0 T T T \>
0 50 100 150 200 250

v /em!

K33 8 7500m OF—F (M31) H5ESNEF4T « VKT
T2, 0FF T, el ) T x ) EE LR (d) D Fourier 2 #:
OHD-OKE A7 bV (EEE).
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0 I I | | I I
0 50 100 150 200 250 300 350
v /em!

3.4 HET90nm DF—% (K32 Hho/EonfF4 7z kK@~
S, bFA T, ekl Tz ) &Mt RS (d) D Fourier £ #t
OHD-OKE A7 NV (FEHE).

RMLVO Z OEAIR366LE 2 BICHNIERA G,(V)ITL2FELEALNS. &
TR, ZARZ MILVD 150 com? 28 L 7Z8HMRIZEKEICR D —EEZ LS. 5
V& AN /E D & 750 nm TOF — & TIX 250 cm? BAE, 790 nm TD T —4 T 350
eor AT S THED, SR THED TRER ) A RO T FINCIR0, Tl
TLES (ROEREN). ZOREIR35cEDITFa R a—a VUBEORRIZ,
RROHRIZH B L —F—/VUV A0 ECHESV) 28 FAERER TIIE 02279
CAEUTWS, NV ZEBAE DENTI0 nm TORRTIE, & EARBORE THRMYE
FIZARY MDESNTWSA, T 790 nm TO EH B D XX T MIVIEA 750
mTOZFNEVBER>TNEEDERDNS. M33BLUK34TRSNSKFEHE
B E3.6 DAUE | BOBTRS GL(F)ICEB DD EEALN, ZOEBICBITSFE
BEEEHT 2 L TETRODEEERTEREEFAET —FITDVTRET S
ENTES, BRIICIZR 33 OF A7 = CREEDET —F I DN TIX 130~ 220 cm

42



Vo

O

V4

A
2

3.5 DU bR D RamaniE T — K.

TOEEZ, M34D0FF 7 = D RABEOZET—FITDNWTIE 200~ 350 cm T
BEEL.

ALK FITF A 7 = CRBEARERRD, K3.3d T 220 cm 1R TKFEN SR E
ITHTHY, /7, M3.4dTiE220cm? £ 310cm? ZHLE LZFBEDARYT b
IWNESNTNS. INSIRMWELRFZOSTFHRNERHCER TS 7 FIVEEZ 5N
%. DAL EFEITE L 218 cm? & 314 em! KENENHEL AR TH D v, BLUL
v, D Raman{EHE— R &> TH D (K3.5), KM3.3dBLUK34d THASNZ AL
ROBEIDARY MVEZNEEAER EEENINT 2. ZOEAEED DI
LRFIZFA 7 = D ABEEEFR CHEANTERNDT, M33dBLUK34dDT—F
I DWTIZ60 ~ 130 co! DAKFEID D ARY "MIVEEDFHEZZNTNDEDE L
L.,

IV ERDOFHRETESNIZEDME, >V FINVOE—IVEBEBIUNEN LGNS
SN ETFHEKRIERRERZRERT. TNTHOMEIIIE R E 2 EEEICR > 72
SHMETERLTHB. EOMMEIZEETSOnmTO T —% TII EDRIKEAHETH0.6~0.7
DETHZDIZHLT, FEET7IOmm TOT—F TIH08BETHSD. ZD2HFEEMD
BWIIEA LUV ABOEVICEZBDEEZE5NS. BWNVIVAROKZRAND
&, ANV ARBBREICED IV A 2R REIZIEIENT 5. LaL, 21
DHABRIC I NS NHHRNBLT 20, REEL L THFEREMAZ ELEOKES D
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%31 FA7zUREKREKOESE, OHD-OKE > 7 )V, EF 7
DEIE, BFHZRIFFBEZR, BLUEZEI MR

T e IHS(TmM)**éu 700 fo
Ty (Tonax )

A =750 nm
7Jo 1.4131 1.30 0.70 0.87 0.71
FA T 1.5173 238 060 1.56 1.06
u < 2 A 1.5661 3.19 0.64 2.37 1.53

A =790 nm
75 1.4112 1.09 0.83 0.85 0.71
FA T 1.5150 2.01 0.83 1.82 1.24
vtV /7> 1.5638 2.83 0.76 - 2.50 1.62

© EEE296+0.5 K. 323 40.0003.
* eriuE bR EREMEIC U AE. BEE15%.

FHITEICRDT B EZ 2 5 N[13], TOKREVW VAR TIIETRS OEIEZ
RYENEMTEHODEZEZISLND.

ZIT, FAT 2 ONTELNEZREREBRZEORE S Z2BEHROME S A
THD. FHFETORERBIMEHETRO TS O T, RUEWE TH HIUELRREDI
W2 ROMEHEN DN > TWARENDH B, T I TOHD-OKEEZEANZHIDE
BiC kD, BEOHEIFEME14)ICE DN THEMT SNz STEOE BRI 5 X DI
S2ROMRHE % KT 750 ~ 790 nm 12 BT B LR FEOIRBEEZEE V=(+4.0
+05)X 104 esu ERFELE. ZOHEERTOMBEREDKESBIIERRENT
Holz. TNEAWVD EFF T > ORFHBZROMMEIT x*=(+8.8 £ 1.3) X 10
esu, 7 LU TEFRSOHEIMEIL yP=(+73 £ 1.1) X 10 esu &72%. ZTHUL Zhao HIT
X DWEM1AX 108 esuE < HND EEFEEOMETH S(3]. Zhao 5 DEERIT 400 fs
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EEWNIVABD NNV ZERAWEZHDT, K5 DEICIIERSIC L 2T 58NS
ENTNBEEDIZ, SEOBREIDBDAERMEER>TVNEIBDEEZBND.

RE SN BTFRERBREZR 700 5 Lorentz D BATEMERK 2 EDR3.101ck
DB BB RyNRES (£3.1). B3, HERERTETFOEND
D, FAT7x2, €L/ 72OV TIEEE 750 nm TO HDITEEN, #E 790 nm
TOBLDORDOTNIIKREREELIZS>TNWS. LhL, HHEBICAWEERFORESZ
A5 L, BRMIIBRER T BB UNERED LN, TOREHAMICBNTIIAELRE
NHDEFEVEEN. EEWE L L THWZIELRED yI1d Z DHEIERES T3
o83z <, —EELRRLTENWI ENS, ZNENOLAMITHBNTT50nm &
790 D TIRBEZBHBR OB RSB L DEITEENICENES I TRLHDE
BEbns.

—7%, MEEROEBRICHEZRITZE, 752, FAT7x, BL )Tz ENT
ORTFRRESBRBITONTINEATEZ ENbh o2, BNOBEIET I okt
L?ﬁ7l/@L&4Jm,tb/71/#zv43%tmafmé.zmymom
TOEMOEIEN, WDV TORMOEIBITHRET NI Bo>TNBEDIR (TS
CEEEELTFA T OTI8~2148, L/ 72 2T271~291%), RS
KFEHIEDZHTH 5.

325 FTHIBEOEFRFEBRICKIMRDEZE

HIENICHRARTZRER KD, FA T 2 VRABROATFOREFR TS 00Nn5EL )/
T DSl ETEREFEHRT S I ETEHEBO/ERIT 2 BERBMT 52 E08bho
. ZOBEBYTFAHBBOERFHRIIDONTEDOEREEZRT 3.

BETHFCBNWTIE, B8R IMKEOBBERECE SV TERIES O
M—AITdH%. Born-Oppenheimer Ll & BLEITMETIELOS &, BFRIEKAEFESERIC
Lo TROENZEZBIERORNIREMOBATREINS. Zhitkd s, —#&
CHRTEOBRIE, BREEARNEE,

45



Yijkl(w4;wl’w2’w3) = '2'1‘72222

permn’ m n

Jooggi Ik 1
{uOn’un'mumnul‘LnO[(En’o + ha)l )(E ha)2 ( COZ + 0)3 )
N 1 (3.11)
(E,, h@XEm+m%)Ew+ha5+w3

1
E,, +ho,)(E,, + ho,)E,, + (o, + o, )

+¢%wubmu24¢o[(

1

| +(E,,'o - h(O4)(Eno — ho, )(Emo B h(wl T ))jl}

D THEEND[I5]. TITE,,, E, E \3tAKRE (BITHIRER) 0 EFREIREE
m, nEDBDOIRINF—F v v TERT. £, u,, F13TNENOHERRH D ES IR
FE—ALRNTHY, i, j, k 1(=xy 2 TBEERT X050 TFREEEERITH > Rt
B ZEREL, 0, 0, 0,, 0,/ 3BERTIAORAERTHD. ZOXOKA ORI TRS
NTVAETFEROERCETERIIES D, HR2UBOEHOETOHRFEIREIZ
DONTOMEEDZVRERDD. ZOERLD, B _BHEWRIIO0, n, m, nD4DD
BNNEETLIRETFBETHHIE, £, TXNVF—HBOEDITTRIVF—
Fr v TONIVWEMNKEZRFEERTZIENDNS. TIT, 0,=0,=-0,
o, —0 ETNITH Kerr RICHRDOIBEOE_BIBROT >V VD
y,.jk,(—a); 0, - 0,0)DEXAE 5N 5. OHD-OKEHE T DB DFERRE 5 11558 850
B33 31HTHRRDEDICET PV IVBRAOHAFEEHER> 2 HDTHY, H311T

BEEEINBVD, PBICIXNF—Fr v TOMERSE, 2 TFICBBE-A2 b
DHEERE ODIHOBEHEA TREIND ZEIRERNIEDDIZRWN. 2O ENL,
IFRNFE—Fr v THANEINEEEBHBRIREZIRDZ I ERFRINDDT,
FERREAD XN FE—F v v TEEZBOBROHEEZRARTH 200, FSNER
FEHICEDECBOBROBAEBNTNEONEM D HOERRTY TO—F &
EzobNb. ZIT, %Bnt%:ﬁﬁﬁﬁtomfﬁﬁﬁ%&%ﬁﬁﬁﬁ%@z*
NE—Fr v TOBEITHTE Oy h2fTo% (M3.6). TITIRVF—Fry
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16 |
@12 f

0.8 L

0.15 0.17 0.19 0.21
1/ (Energy Gap/eV)

X 3.6 HEEREEREHEREOLRINF—Fvy T ICHTEFA T
@75, b:FF 7, okl /) 72 )OE—BHE
R (UBLRFEOE _BOEERE 1 2T 3).

TVIERME 2 EH U7z [16]. KI36ICREND L SIC, W ORICIT BN B AR
BOLNz. BRTERICKEZ2EBOEROBAICIIRERET 2 HEME DB E— R
Y POEBNVWIZEBFEGBEASNZA, M36DRENS, ERTFERICE ST
F—F vy TOBPPAZEELTVEHDEEZZ NS,

D THEROCDFEEIIEN > BT REEZ DO LN, BEFREEREL
LEnETRESRTICREMLLEBFREDTTERADIENTES. ZOEXH
KADE, F4 7 x CRAREOE BHERIL, IERELL Izt BTHBRN 5 OF
51 &, 0,8, SeDIMEFHDOEI I INTFORETFICRELLEZBETFENS DEFE)
D2DODWANEDEFGRXHITTEAZIENTES., bEAANTOERETHESb
BETRO—BTHD, HEIEELE>TWARTTEH LN, F—ELELTER
ERD ERERD 2TV H5TT, ATFORTFOERTIC I DHZENES 5 DES
KEDREENDINEZBET DI RS FRENCBNTEREOERKICHFZL S LT
HRTHDEEZLGND. —RICTEBFHBRTREREMNRELLDIFEE-B



SBENAZL DI EBA SN TWB([11]. F4 7 = CREED 3% R ORBEL
DESNIZDONTIZZD IEERNE) & UTUREIKDFARSNTETNWS(17]. FEE
HOEE L TIENMROZARY ML T b, FERANO 3BOIEEM2C-CHE DK
GEE, TLTMEBFE—AY MERAVWSN, TOHKE, 757<tlL/7z><
FA T O OIETEEEENEML, tBTROFEREMNKELLRD I LMAMEN
TWB[LT]. L, kRELTBETFRZNSOFESNF AT = CRBEEDOE_BIEROD
RECZRHTHZ251E, ERELOEANORZENEDIFEZLDE_BIEBRIT
KRELRBED, FTA 7 OBNSERIELE 3DDOFRBEROF TR D KEREED
BREHE->TRWRITTHS. LhL, BIEERIZES TR, INEXTHRNRTE
kDT <FA 7<) Tz DBEITEMLTWS. >T, ¥4 7=z
CRAEROBEREFERIC L SEBHMEROEAICE, tEFRTRERS, ATOE
FIeRELLLEETREN S OFENERTIRENNEEZ DT ENTES. ZOME
BE—EESFHEEEICEVESNEEZBHBROT 2 VRS DR EER & B
¥Xx, 332HICBVWTEHUHT 2.

3.3 E_BIEEOE—FEFHE

A TIZOHD-OKERE TEIE L 72 3 DO FF 7 = RKRIKIC DWW THT o 7zab initios?
THEEIC L DEBHBEOEICONTERN, EREDHEEZBEL TATFORET
DEFEFEHNE _BOBRICKIETEREZHRANS.

3.3.1 abinitio D FEBEEICLDE_BIBEDOFEFE
a. BRIBEICLIE_BIBEDHE
AR OIERE T, AIEBEG] EMEINSHETHERIT> 2. BLTICT

DEBIZDOWTHEZRRS.
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BEOBRy I TFOBIRBTFE—A> My 2 RERFCTEBLZEED=K
DERBEELTUTOLIICEALNS.

.ui=.uo,i+aij Fj"’%ﬁijkﬂﬂ"’%?’ijklﬁﬁﬁ"‘"" (3'12)

T, l3AARBTE—RA > b, aldHDBR, pIIE—BHERTHS. £, HF
i, j, k 1(=x, y, 21353FBIE OB EEMIZIN - 7= ZBMARRS 2RT. ZORTIIE
BlbD7®, HADFEHTHE VIR S NDHRFITDO W TR Z S Einstein DHRF DA
ERAVWTERELTHS. R31213EBIC Taylor BEZANTND EZ A0, NEREMH
PHNWERX12 LB TS, —fRiZ, BRTHA R TERINSyNHANVSN,
EZBRTRX12Ick>TEBINZ yBAVS NS,

RFFEBFREIMEIN/ZEZ2DRFOIRIF—IZ, BHEEMOBNROSFDOL
FIWVF—UO)ITEHEOHEEAZRILF—2Mb2DTK3.12 ZHANT,

U(F)=U(0)- [_' p,dF
"U(O) Ho; z__aij FF'_%ﬂijkEFEc 247qleFFF

L)

(3.13)

L35, ABBZEBHTLRBOL, BREZEQITR> TV EFD 5K DR

-

HEZ,

_3*U(F)
OFOF,OF,F, = Vi (3.14)

DED Xy, BEENS. ZOHETHRLNHBE_BHBRIIBHOBEBEI YO DH
BODHDT, HHE_BIMEEMIIND.

EBRTRIE SN2 B BRI, FHEREP TS V¥ LEML 5T 0K
METH 2 DT, ERIER EEEHIET 2 ORBBMEROET > VRS 7, TR
2L, TOHMEE () THD. ABDT 2V INVIZDWTOHMFEEDOBEHRA[18] 75,
BB MER DL,
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1
00=3@mxmgn+nm+2nw+2nm+2%w) (3.15)

TALNS. Thbb, EHEOMBIIBNWTRETOT VIV 2R T 0%
1272 < R3151CHND 6 DO ZEHET NI THS. ZDDDEARZFIE
ELTIE, BAMCBREZEMLEHOATFOIRNF—2FEL, TOEEZRANT
BEMAIC L D E_BHMEEERD DI EITRD. £T, BHEEMLEROSTO
TRV FE—ERETRRS ab initio P FEBIETEHET 2. SEIREFTOIRIV
F—1Z, EHEEAMLANVEEOIRIINF—

U(0),
1 5MG=x y 2)ICOAHBHEEMLZHEDOTRIVF— .

U(AE). U(-AE), U(2AF), U(-2AE), U(3AK), U(-3F).

BXY, 2HMGj=xy z) KEHENMLIZBEO LRI F—
U(AF,AF,). U(-AF,AF)), U(AF,~AF,), U(-AF, -AF),
U(24F, AF), U(AF,24F,). U(2AF,~AF,), U(-AF.24F),

U(-2AF, AF). U(AF, 24, U(-2F,AF). U[-AF,-24F)

Thb. ZIZTAFZHMT 2BEBREORNEMLTHS. N5 EX,

== g {36U(0) - 5[0(aF) + U(-AR) +12{U(2A8) + U(-24F)

_[U(SAE) +U(-3 AF)]} (3.16)
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1

e P00t ) o) o)

J

Vi =
+2[U(2AF) + U(-2AF) + U(2AF,) + U(-24F, ]
+20[U(AF,, AF,) + U(AF, ~AF,) + U(-AF,, AF,) + U(~AF,-AF})|
~[v(2aF, A5) +U(aF,-4F) + U205, AF) + U205, -a8)

+U(AF.20F,) + U(AF, —24F,) + U(-AF,2AF)) + U(-AF, 24}

ZRWTBUEM D 217D TE Ty, v, DR EB[5]. KBTI AHIFE TRV /2 Hartree-
Fock LX)V T3, ab inition FEVEFEEE T O S LOH A ELTRBETHB/LENDD
T, INZERNTERARBEDEMEMBS DAEITNY s Vi Ve Viogyr Vases Vogas 20K

», K315 EZANT(y)2FELE.

b. abinitio P FHELICLAIRNF—DEE

BFZEML ZREOSFOITR)VF—I3, Gaussian 92[19] & MEIEI B ab initio 53 FH
BEE OIS AERWTEHEL K. §HEIZIZ6-31G+pd, 6-31G+pdd EIFFIEN 5D
OEEBEERZH W, 6-31GIIHERET D 1s#E % 6 B D Gauss B DI T, 2s, 2p
B8 % 3D Gauss BEEtDOF1 & 1 ED Gauss I TRIFTHRHEREBRRTH 57, 6-
31G+pd i 6-31G ITHHB D p B LV dBARZEMA 2B DTH D, 6-31G+pdd i E 51
EHBEO JBEREEMLAEZDOTHS. BB OBEEMMT S &T, BFEN
SESBENZBAT TOPELZLIERTEADLD IR, SHEBENM LT 5([20]. Z
NS 2DDEEBBREHNTBERFETSZZ LT, SHEREOR LEHERAL NS
SHEZED=. LML 6-31G+pd, 6-31G+pdd En o 7= K EREEEEREHANWTEE
FIZDOWTEET 2 &, BEFEHEML 258 TR EREAEML, Se2a80
tL )72 DN TIIEENICHERTRICR 5. € 2 TS BT ITIIIRB 2
HIZIEZHEOEELRNWEEZEZ SNDNRETE L BOEZBART > v )l (Effective
Core Potential; ECP) TZbH T ECPEZHA WS, AREBTICOVWTIE, —EY—5ED
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3.7 D THEREICHWZ D TEEEER.

(i T 5GBS % Bl - BB (lanl 1 d2) [21 W HEBHBL O d & p Bl 2 A L 7= B3
(mmmwwéﬁmt,Hmﬁwﬁﬁﬁkomfm:% FIZDWTOFENAIRER T
FT T DNWTEATECPIEZERA L, IR ONIZEZBIBROT >V IV
B e RBTFICOWTEHERELEGE LK TSI ETHRRL -, stRIZETRIOMEE
Z# & L 72V Hartree-Fock L NV TIT W, BRE O TOFERICREL L ZEEET—
BEOFHEETo /2. iz, FEICHWESFEEOMEBENEREBERZ, 2T O
Bi(C, 8 % 2 AMICERYD, S TFFER Xz FEERDKDICHE -7 (K3.7). FHEICH
Wiz E/NEIINEB S DK E S AFI30.0025 IR FHAL (2. uw) & L, EHRICIIKE Cray #H3
Z—=)—22Ea—%—]912 BLUCI0 &AW,

3.3.2 FHHEHERBLUVZE
a. ECPEDHIM

L7 OHEIZHAWAECPENE —BIMBROABEICHEN THEINEDI I E
FARD-D, EEBFICONWTOHELECPEEZHWEHEDOH FMNRIEETH S FF
T DWW TEERT- 72 (R3.2). ﬁﬁ#%®rﬁﬁﬁ%J®§ Al IR I R
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#£ 3.2 ab initio Hartree-Fock> FHIBEEIC L D F A 7 1 > DE—BOIBLED
RIEMEGE u). EBTFICOWTHEL LA EECPERANEES.

ik Vi Yy Y Yy Kw K ()
287 15965 13445 14749 6623 4029 6319 15647
ECPy%E™ 15901 13385 15271 6512 4095 6270 15662
T HEBIECR & L T6-31G+pd B AL

T BEBIECR & UTSET ORRBICECPEZ M. SR lanlldz+pdZ . 1136-31G+pd%
f5H.

THDH, FEBEFEIBOEMIHEY, BEMM BN THELREZOENS 10
METERRT 2. BONLHERREET D VUIVBA TLICHETZE, 2TOF
LYWV ONWTHEL + 4% LNOBET—K L. £z, HHEEE(y)id 1%L
NOEWHET—HKLL. ZORRENS, ECPEAWEEL ) 7 o8, [k
DRENT, EETFROVWTHELETY S > BIUFA 7o v EFFIICHET B2 &
NTEBHLEEZLNS.

b. EEBIBRDIRRL, HERRICRIFTHEICONT

#3.31T, BERE R & LU T6-31G+pd & 6-31G+pddE AW TEIE L= 3 DDFF+ 7 =
CRBEROEBHBERERT. L) 71 DN TIESe EFICECP 12 EA L
2 RONIEBEZBHBRII DN THENERBOBVWERTAD L, &F VIR
MTBNTIIEERIERIT6-31G+pdd & AN D Z & TO~ + 1T%RREDE(L 22T,
HARPES N EDFO(y) DFBEMEITMREL T3~ T% DB EE->TNS. =
DB NEIEBSM R TH 5 STO-3G /N & BIER BT TH 5 321G £
N>, CS, MELRFBEOE BHMMBROFFEMED, 6-31G+pd &AW HBAITH
N1I~2HBRLDMEEEZDZ LITHAND EIEBIT/NIRETH S[20]. BEMIZIT
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%% 3.3 ab initio Hartree-Fock > FEEIEIC X B FA4 7 = U RIBEEROE 85
MEROEEM@. u.).

53\ _? }’xxxx %yvv ’ %zzz ny,v xxzz %,VZZ < ’y >

6-31G+pd (ECP for Se)

75 15191 12046 5040 6923 2159 3438 11463
FAT 15965 13445 14749 6623 4024 6391 15647
vl /72> 17269 18432 22013 7331 5450 9076 20286

6-31G+pdd (ECP for Se)
72> 13518 11804 5223 6492 2528 3447 11096
FFT x> 14222 13079 14219 6742 3576 6522 15040
L /7> 15319 17928 - 19409 7624 4613 8879 18978

REREEBEEREAVWS I EGHERBEIMET S Z NN TNBH[22], 6-
31G+pd B LN 6-31G+pdd & AN EREROMIC K ERENBO SNAN ST &
1%, MEKBENRE DEBHMBROFEMETD LTI TIIHAITR E I KB
FTHD, FrBEROMES Lo TELVERENRINS DO TRANI E&2RL
TN5., REEERDILKIL, SHERMOEL WEMESIEEZTDT, 6-31G+pdd%
FWEHELS, SHERRISOFREE2EAS S, BIRTESNIBROBRESR 5.

c. REREELDLEE

2% 3.412 OHD-OKE % & # % Fourier BT O RE SN 7 5 D EIREOE B H
ROERME (£3.1L0) &, HEBEDENG6-31G+pddZ AN TEIE L 2B B H K
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z&34 FF Tz VRABEKOE _BHBEDOOHD-OKEEIZ X 5 ERE & ab
initio Hartree-Fock 72 FBLETEIC X A EHEHE.

eS| R EE
o 7 esu”  (fb) (y)! esuf (k)
77> 0.71 7.5x10%  (1.0) 11096 5.6x10°¢ (1.0)
FEFTx > 1.24  132x10% (1.7) 15040 7.6x107% (1.4)
L /T 1.62 17.2x10% (2.3) 18987 9.6x 107 (1.7)

©ORERT90 nmiz BV B MEALRFRICH T SHEME. R31KD.

T esURANDOEHITIE, y(CCL=(1.77x 10*)x 6 esuz . B _BHMEOERITA3.12.

" RERBRIC6-31G+pdd%E W S EE SR FIZISECPEZEA). RFEM@u)RTERR. R
3.3&D.

PoesuRADEHITIE, 1au =5.0366x 10 esuZfifl. HBOmBOERIIR3.12.

ROFHEME FMYHEHE, £33XK0) 2RT. ERMEIIMIE(CRFE 2RI /A
EOMICHEIETHRRL TH D, HEIHEIIUIELERFE DHEXHE y= (1.77 X 10%) X 6
esuZAVTEHELE. EREZ6EZELTNIORKI2OEEDy ZRII2OERD
YyRHETEEDTHD. iz, FERRIIFETHEMTRTELEDIZ, esuRITHEL
TR THRLUTH D (1au =5.0366 X 10% esu).

SHEEEERBEECEYECHKTEE, E55H10%esuDA—F—THD, N\
TORFOERFEBRICHENT OENEINT 272 L, MBREBRHNL S —HL TS,
LAL, WENDLEHTH, ERERFEFHEMICHRTT S 2 TR13ME, F4 7>
TIXLTRE, L/ 722 TRIBBERELR>TND. ZOXRBRMBELFFELOE
2525500 T, ROLSBRERANEZ 5N, 1 DHRETFHEDZRTHS.
4 EIOEHE IS Hartree-Fock L NV TIT o TH D, EFRIORFEIC L 2B THEDEZER
SFEICH DA EN TN, FIZIECS,0HE, EFHEEZRVAAL I SAF—R
BREDO—BTH B CCSD(MEHE 21T D & Hartree-Fock FHEITEE R y DA 30% 1F EH
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Me 22 ERON>TNB[G]. FATIDONT, RI4ERAUEEBEERTHD
6-31G+pdd Z AV T CCSD(MEHEZHRIT o 72 & T 5 (7)119987 a. u. £72 0, FED
Hartree-Fock L X)L DR 15040 a. u i LR 133MBITHEML TN D, TNE5D T &5,
ETHEZEHELZZLICKIBREBIINREBELEZSNS. LML, ERENSH
DEEHRERDIETHDIEREZDE, INEITIEREEOEEFHHAT ST
A5 THS. 2DOBRE_BIEROBEESBTHS. FREETIHEIND yO
B3, BHOBOEREILINIBERCBISHETHS. ERTESNEE_BHE
ZRZ, HBMHEE (210 ~250nm) M 53 MICEEN/ZHE 750 nm & 790 nm TOET
HHN, WEREEKTHIHEHOMEELND ERNEENEIC X DHINNEREIC
EENTVLHREENDS. 3DBIREBOBRNODTHIRSOXETHS. T
NS S EORRHOMR LBRBOBEIZIRD 2 DOE X 5N 5 (23], YO RIRE
DR LI TFEBRT DETFEOEOSIRENICLDES ENEBIBMEICEZ D
RBOLLTHS. GH, FTFRRGOFHMUE TEHESNKEEDD & TOHE=
BOMBREFGELEN, ZOYORREICK D55 D70 EHEKE & LS OBE
CEBMSOFESHEAOE_BH/BMRIIIEENTL B, —F, REOBHEHIZRE LI
ENIN@BHIc X 2 E B OV EHNIC yICHFETIHRTH D, AT TR
BEBEZEELZHEITHR, 2HBEDHEEZ5X5 I EMNH D EOFERKRNRE
ENTVB[24]. ZNSHFRBRBOE _EHBREADFT I DN TORFEILELHEIC
DWEIENDTHD, §E - EROME THREFITHKRENT - TH 5.

d. BBNEROET VVIEINDATORFOERFERDHR

OHD-OKE % & # 5% Fourier f#ATIC & > THA S N B MR DO ERME L FRIC,
ab initio 5} FEEEIE THONE _BHEBREOFEME (£33) &, NTORETZE
FEFBHRTZIETHERLTVWS. LML, &7 VUIRSEBICASE, SRS ED
—BICHEML TREOTRIZV. &iTy,, &7, TR EEFERICKZHMAEL
W, EERBBCRIZ6-31G+pdd B AWy, DEMEMEIX T 5 > Tid 5223 a. u. LMD £
RAZHRTESUTTH BN, EL /722 Tid19409a u. R4 HFICRD, &
REBMARD EIZ>TND. y  KDONWTDHT T 2 TIE3447 a w ITBEZNA,
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L/ 72> Tid8879a u & 2 R i L, JEtfmn & L THBDREL A>T
Wo. RIEKERBOERTON, 7, £7,, THD, 75 OEICHLEL ) Tz
DEFZNENI8ELSBER>TND. TNHITRL, v, BEWy,  TIRZ DM
i3 11 ERREITRER N,

INSDOZEMS, [2Z2FUT2VIVERS OEIMNRBELLS, RIZyZza8DdD
THY, FLTxEFVHDIIHFEDHEMLABN] EWDSHERANH D Z ENbh5. Z
ZT, FHRICAVWESTFEESR (K37 2EBWEIZTE, z8idATFOET 28 i
SO TFOMBEMAMERD, zxFENG FEHICHETS. ATOEFEX y, z0D
ETOMIIFEE2FE DO EZEZ 5NN, TOIMNEFHy-FHE LICKERTFE &2
DEEZBND. ZNITHL nBTF R 2xFHETERELL TNWB DT, xBFMIC
BB T BTROFTENRENEHERIND. LEOZ ELD, 2280 T 2V IV
SOBMNEL VWO, AT OREFIRBEALLZBEFROZENRENZDHTHD, x
EROT VNSRS EOEDLLERNDIE, nEBFRVNEREFERTHEVEES
ZIFTWARNNSTH D EEXD I ENTES. HATHME(y) OBEKITE, 22850
R DEIMAKREFNTNBDOT, HERELTERFBRICKDE_BIMEOHE
Kid, EELTANTORERFRBELATE2EFRNSDOFEIILDZBDEEZSNS.
T ORERITL3. 258 T, ERICK > THESNAEBHMBRIIDONWTFF 7 = CRIKE
DEEBME LML IR EERNSBONERBREXIFTHIDOTHS.

34 &8

AETIE, BEEILEMITEETNEAT OETOEE BRI EE S RIER
EDBTRMCE R DEBERAN:. ZOEDICATOET 2 DEANL HEE
LEMTHDF AT = VABKICDNT, EBRAS NS RES THESE X >
TEoEMERERY, ERTERODREERLE.

MRELEFA T VEBEERITIT S >, FAT2, L/ T22D3DTHY,
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TNENATOREFELUTRABERVIE (WVar ) TRTHB0, S, Sez2FD.
NS FEBEOD THEERICOWTE 2ETRRZ T 2 A ML —F— /LA Z AW
7= OHD-OKE #i2 & » T, BEZRIERALIGEORMREREZAE L. B5hk
OHD-OKEﬁE\%Piﬁ?O)%ZfEﬁ*ﬁﬁ% WEENRT 5B TS SEEBTHE D HIB 0 HR
RELTHBERDDEREDORTH D720, SEFHE L BT FIECK > TETFR
DOBEHEEL . 2, 55 N7 OHD-OKE g Ok EIZ Mt % # 3 Fourier £#L L,
ZDEHIBOKFELYDARY MIVEENSBTRDOEEERETZHETH .
IO L THESN-ETHEGRERSZRIL, 2 TEREELRFMBRTFEZERL THEE
SBRICHETHZENTE, TORREFA 7 2 VRABEKRD I, ATOREFRON
58S, Se LEETEBHINDIZON, K16M4E, K225L8Nd 2 ENRBEINZ.
¥/, BIEHEE 750 nm & 790 nm O TOFEEFBIC X HEEFFR ERD sNEho /2.

—7%, HTFHEEEIL, ETHE%EZEL 720 Hartree-Fock LX)V T D ab initio 73T
HLEETEIC K D BHRENMREOS T OR2TRIIVF— 2R, ARBETEBIBMEROD
BT VBN ERD - D TFEHEFEICIIREDO R S 2 DOEEBIER(6-31G+pd
BLU6-31G+pdd) % AV, REREEROKRBBIC L 25 EREOR L 2R L 2R
SNz, iz, BTFEOZNSETIIOWTIE, FERMEZERT 2720, WRE
FEEERT v )V THEMT S ECPEERA L. ECPEOAEMEIT DN TIISIE
FIZDOWTECPHEZAWLZBAZFHEL, 2BTROVWTOFGEOKREFIFELL
TEEFRMICHER L. SHETESNEET VYIRS DA (y) I, OHD-OKE
DEBRTEONZE_BOHEROMBEIFTIEF—HKLE. LAL, MRS EERED
HOFEMEED bAREL, ERTFERICLZ2EMOFIGHEEMEI D DEREDH N
KREDNTz. iz, BONEFHEMEET VIV BICHA D &, 3T ORNIFEITH -
7z zE A EE DT OV IR DNERFEBICENVWKE SHENT 20II8L, 270
MR E RS LA EENICH B xEF R &80T > VRS ITEFE ER(E 2o
7z.

ZOEREFERICKZE_BAEEOEAICDONTIE, BTHFORTMmICLDE
ZEBABROREMOERESZICLENS LRI F—RNERNSERETO7Z.
RIEFMORERICEL S &, ZRIEFFHHAEERICEES T D RERE & RIRER O 1
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VE—F T, BEoBMEEOKE S & —RICRIFIOBIRIC S5 LR EN
3. FAT = VABKORERE S BEBRREOMO LI 2y » THERT
BRICEDET T2, NS BMEROMKICAE<EELTNDEEZ SN
B L%, BONEBMERE TN FE—Fr v TOBKORIC RV S S
ZEMBRLUE.

X7z, DTRENTHRAREHERTHENT, BETR2ER[ECLEAETRE, A
TORTFERELCLEETFRICHT, ThTDERTERICE MRS R 535
KDOWTERL . T4 7z RIBEROFEEEN SRBI N2 ERFERRICHES JE
RECOBEROBER &, ERIWICHESNEEBOBROBADERIT—HET,
REELZABETREDBATORFIBELLZBTFROFSVERTFBRICES
BEOEROERNICEEL TWE I EARBINZ., £, 2 THEERCIZEZ
BABROGREERDS, TEFRNVREHFLSTELEEISND xMHMZSDT
SV IWBREFAERILL BN DIZH L, AT ORFOIMLEBFHNRELFETH &
ZAOND ZBGZEZTDT VIV NERFEHRICENKE BT 5 2 LA0R
SNz, T, FEBEEEZRAVWEERICKOBRE-HL, EBELLTWEE
TREDD, ATORERFIBEML TWIETFRPERFBRICK 2B OERD
BRIZHFES L TWa L of@mngsns.
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HE BEIEZE4E2EEL/-OHD-OKE 4 FIViEE

¥ 2ETIIOHD-OKE vV FIVBEEEE I ERARL TH- 7. LaL, R3.1%28E
R =D R EEZ2EICE XL 2D END S.

BEREE (DR THEBEREE () O T O—THTHEL 3 ZRIEFH ML,
PO(t) o< El(t)j_tm G(t-1)E, (') E,(t')dt’ (A3.1)

EELZENTES. BLGH) < P TH 2. RHBORBIEEILL —F—/VUV A &
DHTHEBNDOT, ATOFA CRHEINDEFTREL (D), BRARIRCLOEEZRX
RS MOEZEREICHOAE> TEATAILTHLSNDS. ZNIKKALIZHND
Z&T,
I,(t) o< [ E() PO (r)dt
. , " (A3.2)
= _L E, (1) El(t)[L, G(t—t)E,(Y')E,(¢')dr’ |dt

2EBL, 22T, RO, To—T%, LORRLETREC/SVIILANSE DI 5NTHED,
TO—7%, LOXIIR L 0EBERE ZTENTWAZE2EZ 5L

Ez(t) = E(t)»

E (t) = E(T-1), (A3.3)
ELO(t) = E(7-1),
DEITELZENTES. A3 ZEZHAZIKAATD L,
I,(7) < J: E(t—1)E(t- t)[ L G(t—1t')E(¢') E(r') dt']dt
(A3.4)

o< [ I(z- t)[j; G(t-1)I(t) dt']dt

755, AL, 1(1) < EQ)EQ)IHBETHS. RASLIMSOIEFEANEZLD L,

Iy(e)e [ I(t')[ [~ ct-ryi-1 dt]dt' (A3.5)
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LB, Jm G(t-t)I(t—t)dt = _[ G(rt-t)I(t-1)dt DBIRICERT B &,

I,(7) =< I(t U (t-t)I(t-7 dt]dt
=[Gz t)“ I(r—7) dt Jdt 436
= [~ G(z-1) S(t) dt

&, R3IWFEoNDS. 2L, s(r):j; [()(t=1') d' VZL—T =L X D58 E B T
BETh5.
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4 FH* 7Tz rREEDZRIFFENFILEDERET

4.1 #&

% 3 E T, OHD-OKE #% & Fourier 2H#EHTIZ & 2 EBRIFIEITI A T ab initio 73
FHEHEIC X S EHRIENTET, F47 = VABRKOEZBIERADOANT OF
TOEFETEBOFREFANTE 2. BEHSNL2=2RERBAERER, 2TOHE=
BOERERERETIETRO LT TIRRL, BEFRKOEBBICHED SREELN 55
ER I INDZRIERFINE, TROBERD D TORREBEICKESHFLELTNS.
RETIIFA T x> &2 OFRBEROEEZRIERIEAZGE DB DN TED
5. % 3T/ 5N 72 OHD-OKE J&EZ D B I RIS DB W RS RS 3 & U Fourier 2 #
(FT-)OHD-OKE A X7 R’V DEEIIZDONWTEIT 2T, ATURFOERFERN
S TEHREERICGZADEEBIDVWTHANDS. F47 o YREEEINTORTFERA
5T ET, ERBAFIRECKREREEL 5 X D0 TFORMBESPHRER X E,
BHEE—A N, WEFE—A> MEVS EBENZHEBEOKRE I Z2RKNICEX
HZEWTED., ZOBKRTFA 7 = VRERKE, Iho#EEOTREEER, €
U TSR EOMBEHAET 5OICRNHRTH D, TLFTETIE, HES
XWX ab initio H THEHBEIC L ZMWEBTFE—A > FOFEEZAN T TRAIDK
ZXZ2REHD, 5 & OHD-OKEEDHRER & ILBT 5. & 51T, FT-OHD-OKE A
R MVOEERS ER U TEENCBET 2EMES A D EEZX5NTWAHEERE
Raman A /X7 M)V DEIE 2TV, FT-OHD-OKE AR MV OFER LEHEEK L, W&
DE—EZHANRD.

REBORTEIL, 21k B &, & 2k EOREHE BRI O Fourier BHUIREZ H X X
PRNVEEZBZZESHSENTVNS., 20D, IHNETHTFEESIIEE KK
Raman®(EL & 5 V) i3 Rayleigh wing A X7’V EIREN B (RLAEEBEL O R A BRI
SIZBNDARY RV L DIENED SN TEE3]. —7F, 1980FRRDY
TEaAPHL—F—OHE L, TOBROE IV A LOERIZ LD, OHD-OKE#DFWM
BEEVS BB AEDHEEZRANTOTEI A FTIVAZEREBRTELLDT
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1&072[4, 5]. RS DRIR & /250 FEENIMEIERA DR S @é’%bm\ 50T NEEN &
DTREENCT D 2 ENTEDR, DT EBIMELREDEARED L S &
PR D® DERRE, £< 21000 e BLEDE ¥ ERIER TRMIEZ UTF) %
FHDOZD, 60~90 SERED/NVVZAEO L —F—2AWEEAIRRRTES, MEER
DIFNDTRIEBDERS D E DEE 725,

CNE TR - BBE S D HIETCS,[4, 6-8]°NDOF AR S 2[4, 9,10], N>
T[4, 6,91 & DFEIR[11]72 E &5 o F= MBI B 72 4 FHERIAR, K[12-14]7
VaA—=)V[5], ZFL 2T U a3—)V[15]B & OEEKIEIR[16-18] &V o -k BkE & & 1
DEMIBIBED D FHY A FIVABRARENTETNS. ZOER, 1ps 22D
EWRHES (FARKTIE <33 cm?) IKHEHBEIRBICHET BB OIRENRS 5N,
YT IR (B TIE>33 on!) 1213, BICIBEBRS 25 - R IHEMmE 0
RENRENDZENRITHASNTNS., ZNSOIREDS B, Y IREBROERN
BOREITDWTIIHEEHM20 FREM OB L S b D & ORRN—BREIC R
LNTVS. T l, T EIaREBOIREICDONTIE, SFNEESTFIzk-
THERINDHMBRRRT > I ThHD THEh D) Oh2EERETS (5T
Bf(libration) | IZ X B2 MEHREIC L ZBRE, BANZLEESOES Eick->TH
RN T B [ (collision-induced) ] 218 (b U < 13 THHEVE FA S5 2 (interaction-
induced) | 1) I X Z2BRRICR D TE 3(10, 19]. AL TIIY 7€ aPEROGLE %
DTRECERFEIRO 2 DOBENSRD EREL TR 2T 2. T I
BIRDOIGEZ Z DL D ITHFIRE EHEFENRD 2 DOBBTHHT 3£ 2 Hi2dk
TLUBHLINEDOTIIARL, S THEFEYRTHAL LS T3 H52(8],
BIZH THRE E EARIEHOFLEEES AN SHAL LD EWSIEXH S H 5[20].
INFT, RE(21,22], EJ[23], EWHIBE[20, 24285 A—F—& LT, 7O
PHEBOISEDER LR DD TFES A FIVANRARSNTETNBEY, ZHEND
BEVEFECERLTNSIEbDH 0, BEOE AR —NRHKGIEIEFESh TN
12\, E7z, FT-OHD-OKE ZARY )L DR EAMEE # 8 Raman AR )L & —Bd
2HDELTEL DRI THEARINTNRIZHNND ST, MFOBEHBHBIIBED
EZAFEIFALNMRESNTEET[25], BERCFACARY MLEEZBZDOMNE S
BEHITBKREETSHETH 5.
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42 BRNBSEBLIUHEINE
4.2.1 OHD-OKE 5& L {EEEE Raman AR MILOMIG

OHD-OKE i TEE X N5 2 7 HIVRER, 321 HiTl~EL DI, ROXTERS
Nns,

Lotp-oxe(T) = ES(D)+ [ Gy(t' = 0)S()ar (4.1

2T, mBR32ISEAUEKTEALTNS. R41OHLE 1 HEZETFINEE
BKL, %2 EIMEEEEKL TS, K413, K31 2BTRI ERBITHT
TERLEDDTHD. TNEHHKFourierEHT 5 &3 2. 1 Hi TRAN72 &S ITEHHIT
RETRS ERRAD, ZUT, BEEHICIRRA 0HNENS. £IT, X4128
5% Fourier £ L, BEEHOSEBERKITOVWTERT 2L,

Gl,\;(v) = Im[foyuuoxs(v)/g(‘_’)] (4.2)

EBD. 22T G(T), Lpowe(¥), ST)EENTN, Gy(1), Iogpoxe(7), S(7) EHEFHRFou-
rer BH L= b DTH D, ¥ TINT T4 LdGy(V)= G,(V) +iGy (V)D& D I E 7
EETHOEL, V=v/c 3R BREB IR LABRKTHD.

—%, BN Raman BELIC X VBRI NBARY MV (V) EEZRRART M
P (IRORTHIEND ZENH SN TND.

2"() < (v, = V) [n(V) +1] ' 15(7) 4.3)

Z 2T, n(¥)+113Bose-EinsteinEFT n(V) = [exp(hc¥ /kT)-1] TH D, v, i L—
HF—HOEERTHD. RA3WE> THSNEBZRIARYT MV " (V)H, BEEIC
W BB AOERDIEE A RS MV THY, FT-OHD-OKE D Gy (V) & LB ATRE &%
25N, RASICBNWTHELARY MV (V) IFEASTAEA, BAIRR, BALFRE
W) DTINE—TERINDY, BEOBETRIRINF T3 ATEHTR
HEN5. Z0LS5REBE ¢ 7)OEBEROKEER (v, -v) ORDDIZ(V,-V) %
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FAVW 2 DRSNS TH BH, 0~300 cm! &V o A EFEEIR T v/ (V) D ZR2Z RLF
WIXEEMREZIZEVDT, R432FDOFEHNWE.

4.2.2 RBAREMAEICBITIA2BEEDETIVEE

R BB T O FRMEERICER L RS FRERTOYTeagoy 1+
U RAIHY) 2T 50U TOZD0ETIIVEEOMZ2ANWTEHAT -1
74 hEVR ZDO—DIZ, B FEE} L DR EEERSE (underdamped oscillation) 2
K9 7281 Chang & Castner Jr. I & o THEFHMITE A X 172 K HFF Gauss BUBS S

I;(V)= exp{—( ‘72;;1 )2} - expli—( ‘—;Z‘Zl )2:| (4.4)

ZRWZ[9]. ZZTYV,RN ROPFLEEBETAVIEIN RIETH 5. RMFMEL T
HHEH, BHRFourier B OB TH S G,(V)Rv=0TEOTRIFNIER SR
WEWS BEFEZRZ T /20 TH 5. GaussB ORI TR E T4 O R —RBR 12 45
%9 5. GaussEL DR DIZ, H—PRIZA Y4 9 5 Lorentz % & F W /- B ¥ T3 8lEI 5 —
St IlHEERETAZEIITE RN 2.

“OHOETIIEEIZ, BRABEEBICENZHERFEIRE2EZTEEREELT
Bucaro & Litvitz[26[1C X DB A TN/~

I, (V) =V*exp(-V/V,) (4.5)

ZRAWE. ZOBEEIIERNFRD Lennard-Jones R > > v V2 RE L, BHis 2 AREE
RIZEBDDPBROEBNIIZONTOEENSESNZHDTHS. ZORTHNDINS
A=F —a LV, OYEBBRICDNTIZ 442 I TR 5.

ERERD 2 DDA LS, B0~ 20 cm OEIRIC B FAERIZ A M B s
SENT 3. Ll CHUREERICB W TR T —T 74 v 51 >/ T&
50T, ZORARSEELINERDOY T IBRS ER44BEVR45TH—
TT4 9T T LT L.
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43 REBFER

4.3.1 OHD-OKE [0 ZDEBS

IS5, FA T, B ) T2 D 3DOFAT = U RBAEDHERET90 nm BT
% OHD-OKE J6E D70y b 2K 4.11R7. REHERSB LT, OHD-OKEJAEIZ
XBERIZONWTIE, 328 THRRZBOTH 2. WINORBEIZBENTS, Hpslh
BEDBIERRITIZS 7 FIVOBEZIZITERE D, BEEEPBREZL THWEIL
DYOMND., SBIEEFR 1 ps MO RMTDOWTIE, 2RO DIREBEE T+ v T4 2T

| : 1 1 ] 1 " 1 1 3 : : |
1 T T T 1 T 1 T T T T 1 T

—~ a -
— b .".“': __
2z =
oy
wn
= — |
=°]
=
- | b B
J—
& [
e :
bﬂ - * [
o pon — om"” . ., el
m . . -'..'., . ,
~ PR X .
o0 | | e
=
e |

4 2 0 2 4 6 8 10 12 14
Delay / ps
K41 EWVWAERML > IIBIT3F4 7 o 2 REED OHD-OKE &
(W). =BT 2 ROEEERCEIN—T 749 T427. @75
S, 0FF 7,0k T
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FOBHEZL<HRTER (K41, B, BoNE2D00REEHNOD L, G
FHMIT 4 v T4 2T OBBIBICHRKET 20IC08L, BNEMISETVELS
N2, BNEMNHBRMEICR £F I N5 0138 7 ¥ a0 IR ENmER
BETAVT A TTEALTNBEDEEISND. BENEEVNVHOEROMEIZT
T2, FATzr, RV T2 ORI ENEN10£0.1, 20£0.1, 32+0.1ps T
bV, INSIFEMEMREICHYTZEEZI5N15.

FH 7T = Y ABAEDOHD-OKERE S, K3.21RLZ& D I8 T aBEsicbn
TIRFRITHET 2HEEERL TN 5720, HEERTERTL0 S, BAkKESR
THRITLIC R AES TH D, £z, AEEERTERT S I ETRISRT LD

] a R
- .
=
L
N
g - -
= b
é - L
A =1 =
‘12/ i
S I
1 1 1] ] I 1 ¥ ] ) I 1 ] ] 1
0 100 200 300
v/cem?!

X42 FF 7z EEARDFT-OHD-OKE A7 MV (EEE). (a)77/
b)yFAF 7z, L/ 7.
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R CPHEERICE 5 EE X 5 NS EAEERaman A XY bV & O HERATIEEIZ /2

5. 328 TR U HIEICEDWTOHD-OKE &G % Fourter BHA L TIHEH N AN
7 NNVORBEEERA42ITRT. WTIND 10~20 cm fHRIZRREN > T E— T Z2FF
B, EEAREANHEE BN T 200 cm! FHETHEEIX 012745, 10~20cm! fHEDOE—
J R R S TR BB R OB E 2 R T RAEICHIE T2 b0 EBEZ LN, T 2,
FATxr, BV Tz 2 DIRIAREREANC S 7 b LTS D E R 2
NEN10, 20, 3.2ps EEL o TVBZ EITHIET 5.

BT EAREBOY A F 3 7 ZITHIET B RRMNIE~ 200 cm! OFEBICEENT
WBER, ZOFETRZOFHMIIHOMNDIZ W, Z T TREIFEROT—4 M 5 ERE
MORDEZLUBIE, ZD% TFlourier BHILET 5 Z ETHTEIRY A FIVAD
HIZHHET B FT-OHD-OKE Z X7 MV &F T (K4.3). Ho5NizZART MUdnd i
30 cm FHE QBB BICIEEWE — 7 2 b5, 80 cm fHEICH 2> TW5. &
X DESNARY MINTH LR 44, K452 FNTHEFERR S5 FREINE
BEEBBLIEN—T 74974 T 2TFoBR, ZNSOEFIVERERNTAN
7 MVIZERBTLSBETE. ZOK, EREMICIIRKRIIHERBEENLS
N ZREL, TORERONLMEZ 150fs &Lz, OB EDNDRERITZT DR
DH—T 74 v MPSESNEEEOHOEHERY, ICHY T 2R ZANWTEHERL,
FUBEEZRODRLTH—T 74y "IN, BENLZT 4T A ZITNTA—
=3 ERLEZITRN o7z, COFIETHLENZT AT A ITNTA—=F—%
RALITRT. T4 v T4 2T EBN Y ROPOEFER Y, OREMHEIZIFIE 65 ~ 80 cm’!
THO, N2 RIBIZAVIZ80~100cm! THo . FEEEBTRIERS L, F4 T
YIMBDZ DT AN TEWRLEBE E KD EWARBS i ER>TNnD. —7F, &
EFEMAEERIIONTIE, V1320~ 30 cm? DEZERD ald\ndihnd 0.8~ 0.9 DfE
BLED. INSDEEBERON L FHEAROME BT S &(19], T4 7 = > FEE
DV, VIENIVIT Y (FNFNT05 cm?, 26.9 cm!), N2 = kU )L(70.8 cm’?, 27.7 cm™!)

FERICAKZZIDETHDN, AVIE IV (71.3em?), NV = R U)JL(65.5 cm™)
ICHARK 0% BREZRELEFED.
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N, reduced (V)

G

43 EAEMZELSIWEFA T D RIEAEO FT-OHD-OKE A X7 K
b (M) BEY, K44 X290 FEFHOETIVER(--)&N451C
L BEHEFRDROETINEROIMIZED T T4 vT 4 >
7 (9).@77>,00FF 7z, 0k )T

£41 HASITRIN—T T4 v T4 2T THRONIERBE/NT A—F —.
n¥ A; V,(cm™) AV(em?) Ay o Vyem?) Ay /A,
75 027 787 84 0.11 083 334 0.41
FATz 053 655 102 0.13 087 208 0.24
L /)7 034 788 82 023 078 242 0.67
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from
cw-Art laser

to monochromator

X 4.4 {KEEE Raman AR7 NV OBIE N FELE.

4.3.2 {ERFRE Raman AXRY ML

KA B E Raman A X7 MV, HE488 nm DEFERK (cw) TNV I o1+ > L —HF—%
RHEESEIR & U, B3 mE RN (V) & U TUKTRAEH) ORI BELE 2% S % VHE
EBTHEZITo>72 (K4.4). 5HBIYTINE) 70X —%— (Jobin-Yvon & HG-
2000M) ZRAW, BIBIIABTFEEEZAVWEATEHEE T o 2. A7 MUV, &
HBEHEEAF Y 2 THZETHESN, TONRERSBERE T1I5m! TH- 7=
ETOREITRE 295 K TIT W, iEHTIZBNE I & 2 RFTNZIRE ERI3RD 51
IRINo Tz,

K45 XfR_oNiz, FA47 2 EZDEBEITDNTOKE L Raman 27 bl
29, ZHUIRIE SN AT MV U, K 4.310H D1 T Bose-Einstein BT THi
ELx"(V)DARY MV TH%. Raman 8EL THIE S 172 H DIZIE FT-OHD-OKE &
R MVOBEEHNEZERN T2 EEZS5NS. H537/ Raman AXY MLOFIZ
FT-OHD-OKE Z X7 MV OBEH (K458 EXn—HKERLTWS. KicT 5
DN TIEIWEOBIZIEAFEEET, FIER—TH5. LhL, #FLR3&, F
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r (\7)

G

X" V),

0 100 200 300
v/cem

K45 FF7TxREEADEEKEE Raman A7 MV (—) & FT-OHD-
OKEZAXRZ BV (-, K42&0). @75, 0)FF 7>, kL
JTx .

7z, VL /7 x®FT-OHD-OKE AX%Z7 )V TR REEFTIC X 5 20 em™ FA1FE
DE—INIEZ-oED ERZATWEDIZHL, EEEE Raman A X7 ML TIZ S IFEH
HETIIRL, ZORBERTII—&HL TWiR.

73



433 SHFEMEEERAIRILE—

FF 7 x CRBEEROS TREMBEER ORI 25720, Tho O FRHEEERT
FIVF— % CHERMETL & TNT ab initio 3 FRIEEIC K D5t REEN S BB o 72, 0T
HEERIT X F—0EEIL, Chang & Castner Jr. D FE[1INTE VY, 3ELLEDEE
BIOMEERITERL, Bl 2B TEZ—NOAFIDNT, £ 5 O OESKIUER
TETOMERMEZE . 2L, BMRHEEAIEETELD D LTS, ZOR,
SFEMEER TR F—IZAARE T, AANMEBFROMEERICES FHFEL
FIVFE—U, |, KAREFEZNICE > THRINEFENBTFRIOMEERICK D
FREIRINF—U,, ), BLUOFEEFHEROMEERICES IPBZXIVF—U,,]
DIMEEZSND. NSO BHBIRINF IS 5IT, B F-BEFHAEERT
FNF—U,,, AT - WEBTHEEERLRINF—U, WMERT-WEGTHEEE
AIRIF—U,, K EEN 5. BiRIIBT 2 NS LEMTHRIOMEIER TR )L+ —
ITROATRDENS.

4

T 4

Unr) 3T (47e,) r® (4.6)
_ 260

Usol) kT(47e,) (4.0
R ()

Ueo(") 5kT(47€80)2r10’ (4.8)

ZZT,(Q)= [%(Qfx +02 +Qi)]% IEEHRENERFE— A FTQ, (i=xy, 23ME

BTE—XA> NORARD THB27]. £, plIBBFE—RA 2 b, g IREDFER
THO, KFRIVY T UER, TIHEHRETH S, K47, R48ZANTU,,BEY
Uy ZEtE T 27201013, MEMTFE—A > FOENRELRZD, ZIUTERENR
Wiz, ab initio 3 FHIEEHE TROLMEEFEA L. FHEICIERREEE L LTS
31G** 2 AV, BEBE#E{LDEM T, Becke/Lee-Yang-Parr & D HEIZ X 2 EEINE
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K42 FATzEBREOPBFE—RX > bOEREB I, ab initio B
ERBEEGERIC K DMBFE—A > b EMEBTE— A > ~OHHE

BE.

T ud)? pMd® Q.MAr Q,MDAr Q,DAyr (Q)!DA)
VA% 0.66 0.5939 -5.0634 5.3478 -0.2844 6.0176
FA T 0.53 0.5884 -6.4183 5.6507 0.7676 7.0102

L /7> 0.39 0.3564  -7.1790 5.3612 1.8178 7.4648

PSRRI DOV TORBTE— A > MOERE. SCER2S.

*  Gaussian 9412 X BB FE— A > h DEFFEA.

* Gaussian 94IC X D HMEMBTE— A > b OFHEAE q, ZEHKQ, =(30,79,,-9,,-9,)/21C & D EH
L7ZzbHD.

¢ QM BRI ESEHIUER T E— A > b,

BETHERAREZT 2. SIREOBREESNATEFE— A NEMEBRTFE—RA >
NOEZEK42ITRT. T Tz83HDFORMBEARIZED, yEISTFFER LT
BZER T DA MRS 2. GHEBEOHZE LT, BETFE— A > N OEHRHE[28] %
MUSF42ITRLUZ. B FE—A > MOFEMEEREIZ, ZTLEREZIRLNET
B, BRI KL TBY, =¥ L L ToERRBTHTEIRELFEEZION
5. HETHSNE(Q)E, REBFE—RA> NOERE, 7L TEENSRDEHTH
BERE (R43) SZAWVWTHELAMEERAIZ RV F—2K 44187

"ONZU,BTFF T 22 NOR/NSIBRETH BN, 2KELTIOH]OF—F—T
5. U, dU, TN, 1HEEREL B> TNEA, ZHIRBHASR(O)ICES
BDOTHD. Uy ldU,,ITHENRE5ITIHREL, BEHEERORNT-FRERT
FIVF— (102]) &izoTW5.
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#43 FF 7z RABEEROSFREHEERA IR F—OFREICHWZHEEK

1.
s diglem’y VA rdy  n' o (A% IPA0TIY
75 0.9514 118.8 6.10 14112 7.06 1.4243
FA T 1.0649 131.2 630 15150 9.44 1.4211
L7 15251 142.7 649  1.5638 11.1 1.4291
* REE0CIT BV DEBE. TER28LD.
® dh5RDEDTHRE.
© V53R 75 T HIBERE.
d IR BE206KIZ BV} B BT HE790 nm.
° V,&n 25RO ABRER(= o/dne).
P A ALRT ). XHER28K 1.
F 4.4 FF Tz URABEOHFRHBEERAZRIVF— O EM.
aF U,qd) U, Uy D U,a D) Ug, O)
79 601X 10 -4.03x 102 -1.26%x 102 -1.19x 10%® -1.03x 10*
FATTY  206x10%* 2.72x 102 -1.68x 102 -8.48x 10%* -1.52x 107
YL )T -5.05%x10% -132x 102 -1.61x 102 -452x 10%* -1.77x 10
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~%, BRLIXNE—U,,, HETINE—U, IR CHET S - ENTES.

disp

—mwz ‘
U,y =———, 4.9
" (47e, )’ r
)
disp = Jo 12P 6 (4.10)
4(4mey) r

ZZT, alddFBER, IPIZE—~A A MRF v IV THS. HEICHW - o, IP
DEEFERAIITRL, FEHERIRIGTRLTNVS, B50kU, 13108] &, Uyp&
RUCA—F—DEICEERZN. E23M, U, 13102 JEINETERLFMERAT

disp

FNE—DRPTROREL, Up EHATH, 1HiASEE RS 5N,

4.4 E8
4.4.1 EREM

— IR D5 F O [EERE B3 £ o B DB R AEBIBI S Ttk 3 115 . Markovi@ig
EHIaE S RRFEITRIIC B W TR BB S IS MBI B A R T &I 5 T
W1, EEBIEAIREIT Debye IO & L THISNTWBAR[29], HFEFES
FHIEGEA R TERB 2 ZIT AN EET KL B LA Stokes-Einstein-Debye
(SED)ET VI3, 30] %43 F ORAMEM 2 X TETIN E L TES ANSNT VWS, SEDE
T K> TH SN DB 713, S¥AR,

vn
=1 4.11
T (4.11)

TROSND. ZITVIESTHEME, ni3BETHS. —iic, OHD-OKE D ¥ I RmEBE
ICBTDBNEEDL, EEREENTHD L L BICRESMORE S BB T 2&E
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4-lll!lll!lll!lll!lll!l I‘

0 0.4 0.8 1.2

Viscosity / mPa- s

K46 OHD-OKEDHIEMN5E S NI FREME R rEED 7Oy b.
@75, OF A7z, QLI T

BARAILIC—KTDZEND, FNSIREMBHICESZDDEEXSNTETNDS
14, 21, 31].

Z S OREICHEY, 418 @ OHD-OKE DRIE TH 5 Nz Hk b RUVIEBBIKAIBE
%, REEMCE 20 LR LA, BSNRMBNEIL, NTORETOERT
BT, £l ) T TIRT S 03B ETES Bok. 2T, TORM
SRS SR OB ETNRD &, MHIIRA6ICRT LI BRRVWERBERZRL.
R41112E5 &, BELT TR D THREBRABHHZRDDNITA—F—TH
B0, FAT = CRABEEEOS TERBIIR4ITORT LR EELL TWERNDT,
BRI R OB T E OISR L TS EE X 5N 5. CS, R MO TR
&R TFA T L RERICBWT S, SEDETIVZEMERICIZEMERE CRE D
BGEEL<ELTWS., LML, EBMICESE, K41l TTFRENHEMEEID,
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ERELOS 1HULERERBDERD. 2O LS BSEDETIVOFE BN IS
DEL D FHBERATH SN TBD[30], ZHULSED EFINAY Y Olskite®RZ H N
TIVORNEGEREEBEZEERTAZEICEENDI I EEZOND.

SGEIOFHERTIE 3 DORBARDOETIZDOWNT, TN ENEMEMREIZOEDDE
WESNE. LML, 747z VARKIIC, it E b5, —RIc SEDEE #E
FD. > TENTNOEMEFHIEN D ORAITKINT S 3 DDRR - IR HE A8
HENTHEWITTHS. flZIE2 DOEEEE#HEFONE L Tid1ps & 1.5ps D
RG24 FIR AV 3C-NMR OBEIC K D |EINTWB[32]. £F4 7 UHiK
K ER U EZFE ORIV Z MUV TIRE IREE O OHD-OKE > 7/ )V ORI
3.38 ps & 21.2 ps DIEBEABEIBER S DEHBI TN TS ([19]. FEIOHERE CELRIFRM
RENR—D UM/ oNBN>EBHEL TR, F37 2 VEBEEIRE PR
ZhUNZHERZDGFRE D BAEENVNES WD TIIRBRWNEEZSNS. T
bb, SEHEEE D OBMEROZISEOERREE THBTELDBAEL, V&
DOBMREMREZE T TREW T 4 v T4 TN/ NZOTREWNERDNS.

442 YT7EAPIAFIHIR

1 ps LA F 4R RISESL T OHD-OKE > 7/ L O, BB & DIERK
BISOIBAIBIE & 755 TV B, T OIRERBIM I A BB OBME R WD RS 120,
EEHREEEE L ZHEMarkoviBRE[1]) & LTS BENH 5. RESRIIH T OB BE
B L TV B ELTEFMEE NB 720 LIZUIE MEMR) @8 & BIRZh T
5. MR DGR T ORI SO XL EHHT 570 0/5 1 4= 7 BikA
£ LT, 17k & Gordonl34)- 70 1 B EHE A4 FRIG 22\ S8 15T 55 T ks &
OMIEHE TV 2 EA L (3] CHUHEAERA QTN 7 OAFH S PmfbHR s
VN5 75 T OXEFREIE D QEERIC DWW TIZ BRI R VR % 5 X 548, HEERO®
W, HFEOENAFICOWTIREHEREE WS EXERET20NEETHD, B
WRERESABNI EAASNTNS[3]. RESRE LD KBV ADHEE LT
ZF(33IC K D EMNT— (b Langevin FRE AR [34]IZ L HRBEDOBITRH SN TN

79



5. LL, N5 OERIBIFFEIT RN TH D120 BREEORD FITEEENH
D, BHELYERNRGZE5 X5 EEE VNN,

ZDEIRBFNTY TO—F BB ELT, iIRFOFHEEMN EGERONE
BENTOERIZKXD, DFREIFAFITARRDNTOSFEIHEEICLD I a2l —
TarMERITONE LIRS TERE. HTFHHFEIILEII2L—2a D
R, Z<ORTAREEORFEIMHEEEEL, FIHOEEITHENEEDOR, ADOMBN
HEULBZENFESINTNS[3]. ZOEDOMAIYEMNITLEESFEOHERIZE -
T, PFOAEENREL TNWDERLZENTES. JIOEEE2T DL, BELST
NOLBWHEMRT > v )V TH2 BEHT] OPTORFORBZRLTNDD
DEDBWVZRD. ZO MEEEH T TFIVE, TR, BE-BERTHWLNTELDOD
THBN, BROCONORTL, ZONBHTESANSNTET NS, Lynden-Bell
S35 ZDETIVE, Gauss HORENFWE M 2D EEN T OF OFFIIRE)
FEMAENOEETNAERREITTNS.

—7, OHD-OKE &% O E fs FEIRIC R 55, RN DIEBEBERHHEZ,
SFEREZVTTHATIOIREIRENHZ. INSEE SHEEOHFMOFEEIILE
{LRFDO XD IsiENE <, HEERD/NIWAHTFIZBNWTHEBAIEIND. LD
ZLDHX TR DB ESHEEDENORELEHRAEIRICLEIDDOLREL T
W5, —RIZ, BRFEDRIIDTFEHEIIRZIEBHEOES), I AEES), 1T
BRLZDBDEEZEZSNTND. GeigerHIZKBCSITDNTORFEHFES I al—
Ta rTIR, SBEBREERO 2 ROFFEHBEEKEZ MEEHKELLDBOW, EBRIY
ERFEEBBESIN TSRS OREKAFEERNW—BZRLTVS[36]. ZN5D
e, BYTEAROY A F I/ A RBERFER LS TES, AbEEEWEDEH
ERXATTEFMMET B2 ERRENTH S EEX 5ND. SEIORKEORITICHEZ
FRYDREEETRAS EDTFREZERTRA4D 2 DOEKOMERANZERII I I
H5.

441 E TR X DI IRFEIR TOREN SR E DEMEREREIL, EHREORE
EBEBWHEERT. LML, Y7 EaREBROY 1 3 7 Xid, £4.1DFT-OHD-OKE
AR RINVDT 4 wT 4 I TERNSHERIND LD ICERRE S I3MHEER .
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UL, YTEaW DI 1 F I 7 ADRETEE D55 D 3 o 7 BRI Ik
TEOTRERLS, BEIT Lok FERLEDEMBNARRT > v INITHELX
BEINTNEZEERBLTWSRDHEEI OGNS, SEFA TV RBEETRSN
72 Z DRRISIEMNZ, CS, /2 EMDILEM TORRLEFRTH o7z, FF 7 = > R
TORTREIORD OMHERICERT B E, 7506V 7 > 0EFHOHLEEEK
VIFEL LB 78 cm! LIFIEFIUTHEDITH L TFF T 2> DFHUL65 cm? &%
SIEREBRNCH - 7. 22 OBEED M AV HFI100 cm! LD 2 D O FEFEMEIC
N1 e iEEER > TS, R440ERITH D, BEEFEY—IEN0 2H - =57
ERHTFOLEMAE L TIRADETFNTEXDE, TORBIITFA 7 = > TRMERR
T 2 v VR DIEHEMMD 2 DOFBERIZENDLUNS L, ZUTEL OMER
BTy VARDODARE—EHBRENT EERLTWS. McMorrow 537 )VH >
BIRICES N U 7 CS, DB O UL EBESHREMIC L DK< 25 Z L 2BRIL, CS,%
RO RO FPHEEERAOTEWT VI DA FIBRINDZ &ET, 2 FNELSHRT
23w VARSI BN > TS SRR L[20, 24]. THEBEICLTEADE,
FA T . NI DRI RPPEPCNRRT > Y VAR EHFD, T0HTHHE
BERANWNEWI EE2EBHTHOTIRARANNEEZLSNS. ZOYTEIARY 1 F3
D ADRERESFEMHEERA T XN F—EOMBEIIDONTIE, 4438 THERT 2.

D TREECHERTERERRAICRN 5 EHRFEHREIEAIC DN TS, 48 Bucaro &
Litoviz IZ& > THBAINAER 4.5 D OB ZE AW TN L 7=, Bucaro & Litoviz i3,
Ar ® Xe D Rayleigh wing A X7 MV &EFRBHT 572912, ERNFR Lennard-Jones 8 7 >
Uy VAW 2 KREREZRE L TIOEZEER L /Z[26]. R450F D/
A—=F—ald, 2KEOERE WL THBEBRN r* DEREFEREZRT EOREICHEKL
T2, B3—=DDNTA—=F — I3EMBITRITET ALK D/NNT A—-F—&
LTEASNTSHY, v, OYBENERIAHRRZ ENZOETIIVERORER SRS
TV, 5T, ZOBEKIIERSHRET > vy VEREL TEMITNSDT,
EDENSFIZ DN T ORBEICERRIITEVL. LML ZNS OBERICHHRD
59, GEOEEEZEY, ZOBRKIINHECENIFIIOVNTHHEIET—F %2 L<
HELTW3I8, 10, 19].
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KIZ, BRBENRIZEIRD EEEFNCEERD EDRBORKESIZHEHLTHS
&, FAT 2 UABEETIEIRICERF LRI SIBRBOAVRKENWERICH S
(K4.3). FicklL /) 72> TREOEMMEE THS. ZHUTHL, INETITHSE
ENHERZRYNRRID)VT IV a—)b, $CS,DFT-OHD-OKE Z X2 ML TIE
REHEORESHOICAZNT EMMBNTVD. F47 = L RARE L FRICHE
ZEAH LN R AR AN K Z 2B, McMorrow 512 & > THE S 117210~25% DCS,
/- ROV DBBOERIZRSNB[20]. #51E, RE2RE—0ALIFHNEESTFE
HEREL, —F &R UZIRSOMAEIERE & B E OMMRRBERIZKD,
R B ERH) (underdamped oscillation), B 58 3 #iR 8 (critically-damped oscillation), i
B IR H) (overdamped oscillation) NN D EE X /2. T LU TIOFERICEDE, BHH
SRR RBERE, HREFLRSIIHTOP TERBERE D L < IIBREREICE
HHDOEHALE. HHICED EFRIC K DERFARDRORBOBMIL, FFRIZK
5 AR RS OEIT > TREBERE) 5 BABEREY, BRERSOHEIE
NBEZHDEMRING. 15 DEZIIHEFEDR &5 FRENZ RS T DA
IR S IRE AR OB THR—NICEBL LD TR TR INTHS. L
MURRSE, FA47x U RABEOL D72 CS, ENHEEMADTNDTRET, KRE
ORMERAS—E E R U TROAE S MIRENES. BRTE, F4 7 Ak
R, FIRCS,BROL S ICHEEANNE L, KT 2T v VORRBRSDRES,
WEHHENDDENKRERBRDENI I EETHERTELD.

Z OBIRICBWTHEA L 72 OHD-OKE D & 5 I = RIFFHAEDHIEIT LD ES
NZBEN S, BEHRICBITIREDOE—IE LGB 2—RNIIORET S5 L
WTERV. B, BH & Mukamel I3 FR DI A IS EBIE TIIMH 2 MILITHR
ETDIENTED T EEHRINTIRLZ[37]. ZHUCETE, I <RI Steffen 5[38]

BABIE5/UVATI—DERIZED CS, 3 FORERIMENEINEZREL, R
ZEABIECS, 0N TFREHORY—IEE 13cm! ERELTND[39]. FA 7z K
EOMABREREORYE M OFEMBEBDZDHIZIE, 0K D BRIKIERZIERIZE
THHRIIERMCBLETH D BN 5.
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443 SHFEHEEEAIRIVF-—

ab initio} THERIRE B LOXEEZ AN TES N F 4 7 = U RGOS FRIME
IRV F— (R4 OBRICEDE, SRIFNFE—U, 102 ] DF—F—T
ROMEFAICEETHD, MEMT - MEETHEEANZORIHL (Uy, =102
D &Mool £z, BEBTORE UZHERRTRVF 13108 ] OF—F —
BRAD I LR ol SEOFETESNEZF AT o U AEEOHEER T XL
F—DRE I, Chang & Castner Jr. i X > THE I N/Z MV I L OFN&IZIFR U
ETHB19]. W5 DR TR Z RULRRI DN T A=) & Bt %
AN U BERETINEST - WEBTHERERNR S EELHEERT X

F—TH-o7-.

TEOERTIE, SMEEATRNF—ORK 0% U, N5ETHD, TOHKR,
EMEEAZ XN F—RBATOREFOERTFERICHEVDTMCEMLTWS. HF
M5 FI 0 AN FROHEER I RN F—TREBMIENDEEZ SN, B
DI, ZORMBEEAIRNF—ERLIRESNEHTFREYAFI IV AD#HNS
A= —ORICHERBHEBIIRBI NN 72, B, D FEFORS TR LNEF
7 OREEEFHIT LI EITERP -, SEOHEEAIIIILFE—DR
HHOTR, 3HULOZEBOMEERAZERLTHYD, SEORD LS REHESR
TIRIPROVERETERVEELZF S TVWADTIREVWNEEZZ SNS. SEOKEET
AMEBRFAREFL D DEERREEHS TWB I ENREINED, FA TR
BERICDNWTOSFHEIY A FI 7 ZA2HASNTT 5201213, BB T-MUEH T4
Eﬁﬁ%ﬁﬂﬁ?ﬁﬁ?&iav—&ayﬁk%ﬁﬁﬁtmébwt%ﬁéhé.

4.4.4 Fourier Z# OHD-OKE AR % L& Raman ARY P ILEDEESE:

ZRIERIUISE OB IR BN R T 2 MR L TH 5 DT, FT-OHD-OKE
ARG MIVRITBRIGEBEBDARY MVEE%E5 2 5. —%, Raman #ELIZHEHE
DOFFHEIMEBEBI D Fourier BT H A 5N 5. BBISEHRNINEDTH IR0, HE
RECHOEZBBIL TNBEEZ5NS. 7l MYERO OKE A NERITIEEIC
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720 TLASR T 28U, %< DR TIERAR Raman AL DT — & £ 5B LIRS
Y7 IWOFT-OHD-OKE F— ¥ M s N T &, LA L, mEZEHLE, F—
PR L PN EEIEEITDRN. KTF51ICS, RUEY, MV EOSFHR
12 DV T FT-OHD-OKE A X% b & (&A% Raman A RV MV OEBELEETW,
05 200 cm! £ TOEBTHBFIZFIF-BL TWB I EERLZ[25]. FEIOFA
I 1 VRBERICOVWTORED 4.51RT & DI, FT-OHD-OKE ART MV LKA
B Raman AR 7 MV, LU TELS—HT B LD, TO—T], T
T, BL ) 72 RDNTIZ0~ 20 cm? OIEAREER CHREOMICETFOXL
DRSNS, BEERTIIZOEEKICHET2OREIVFRTHD, JOEKT
|32 OHD-OKE & — % OEBEHIZE NI ENnS, ZOXLIE, KEFREEE TO Raman
2R NI EBEEDOBEOREIICLE2bDEELSNS. —75, FT-OHD-OKE
ZR7 FUIE 150 cm? 2R A DEBRIC OV TIEIRHEE S 24D, ZORHEE S 3HIE
D L —H—)V 2DV AEDRE 5 &R, OHD-OKET — & DOHIE & B SAHHBIRE D
B OROBBESORES Fick B dDTH S, FT-OHD-OKE & {1 %k Raman B EL
ZFNENORKROESEENEVWEARKEEEE X B, TNSIIHMENTHD, W
AR MV DO—FE XL OREFHERN S, SEOMBIIHEICEEEORBNDO LHE
RTED.

45 &8

AETIE, F4 7z AEEOZRIBREAZBECEENDIERIDOT (T
2%, BRERS L OEREERORS THTL, TOERTERICIIHNREZHAN
7=. £9°, EaBEBICHIT S OHD-OKE ¥ 7 HIVOEWEERS ZEARMICEK S
HbOERBL, TORMBEENER FERICHEVBRIBETRIBRDILZRML
= DT R R R 2T RN S HET DB ERZISEDETINICE ST,
LR RIRE R & 6 & ORI AR TR S 05208, 55N zBlmERFRE &8s
EORICIE, #aEE L TIRERZHOO, BRWERBERPRILLL.
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—h, B 7EaAROY A F I 7 AT DWTIAFT-OHD-OKE AR Y MV OBEE % 5
FRELEHRFENRZ2EHT 2 OOMKOMZRANWTENLE. 2 TEBOETIVE
¥ Gauss BLD o FREEE 2 VY, ERFBRIIRICIE 2 KREEZRICE DV /Z Bucaro
ELitoviz DB Z AW /BHENTZT 4 v T 4 TN A—F —IIERIAEE &1
HEZERST, D TEHEERFTEDRVEICEED FIRXOBRE NS MENERE
KXEINTWDIZEEZRBLTVWS., FF 72 V3D 2 DORBEFEIZS 5P
ENZEOHOANEK &R WARKO R 2> TE D, o RBEEICERPDEDN
BBERRT >y VAR E, REBRTRE—ENDEF>TNIDDEHEIND.

DFETATFTIRAEDFRMEERAZRNF—OBEREHASMNIT B4, ab
initio} FEEFTE & XME 2 W THFRMAEERAZRIVF—Z2/AHEBD, Th ey
FHITAFTIVADT A4 9T 4 2 TINT A= — L OHBEZERNRD, AERHEBEE
RiEshzholz. FFREMEEEAIRINF—ORMED Y OFR, T4 7 = CFEGEK
DFTR, FHIFNF-ICHLFERET - BEVBTHEERIROEETH
D, TRUTRKNTHEMST - WESFHEEANEETH S Z ARSI NZ.

I 512, FT-OHD-OKE A X7 kL &, KA Raman A X7 MV OFE—HEB IO
HOEHEEZEND B9, B URBREIC DWW TERE K Raman X X7 NVOHIE %
T, MEZEBRLE. TOHEE, BRABEEAZRE, MEIILS KT S L0
wanr.

DTHEREDOKRS DY A F 2 7 ARBSKHOICEMEN, 7 TEE, HRFED
ROZNTNDOBRICKINENDD, MERRBBRIEIREHLENTEST, F1F
IV A EDTFHEHEEERAOBEROIAS N TR, FRICBITDHFRII=RIERRIEHL
FINEDERAMEDEIBRIAFIVAERL, ELRYAFI I ANSFHMEEA
FEROWTRAFREEEDOL I RBERICH 202 BB THILEZENE L TRDM
WIEBDTHD. INEFTRRTELLD ICERBERFBNAASE IS THRMEEERE
BHEICBRL, BEMOY A F I 7 A0REEEREDERSBERLTWS. FENZ
ZDITAF IV AL FRMEEEROBRE, T b RE INERIERBEZHASNTT
57212, BERBTODFENEI I 2 b — 3 XOZRUEDERIEREIEFE
DHREDFREREEO IR —HBHRENTRLETH 5.
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5 FAT 2 /MURILRE 2 RS RO=ZRIFFEAZLE

5.1 #%

INET, BIBELFELAREIIBWT, FA Tz VABEEROANTOREFOERE FEH
L BEEZKRIEREAFCENOREERARTEZ. FETIE, IHETO 1HRS
BTN, 2EARNERD, BELEOREESNFA T x> OEEZRIFREAFZINEC
RIZTHEERAND. 2HORERANDEND, BE-BES FROMEEANGES
RIEBEISEDETRS, BRI EZDEELHLMITHIETHS. Ik
WIERZRAE TLELIERAWS N SAMSREN OFREOREIC B HRH-> T 5.
NESRIE LT, BENRS FEIFGREERZENEMNTHIBHRITEN L -BKEH
W, ZOREEDSEENRD FOFREBRZREORES LFTERETDHET
H5. FlZIE, BEEBREORBEZROFERRMDIFE, BEICK> THERE
&L TOHRBBERZRIIBOTEOTENRRIH U TRIMEZFFD, RFEH
LT MEIR R, © OB MEOH T & DR SRR SRR B LA E S
BERETES. ZINTOF 1M VBRIEZAWS Z EEN LB L WDFWMIE TO3E
BERZROFEREELLTHAVSNTVS, LML, ZOFERBESICE> TA
1, WENFTNTNOE_BIBRENE LN ENFTRER> TS,

2 R4 TDHOHD-OKE > 7/ F L DBBADF 1 F 3 7 AR DT, THETCS,
STNB SRR ARRIVAT K/ TERD U VAT 3 KRR S0
RENTETNE. €S,/ TN > RTHE, AOLT V> MBI HD 5T, Rt
BTV AT ORI L 5T, CS, 04 FRBIORBEAME TS 25, ERENOR
FIRS R A U 7o 7 L 70 S O B Z RS HE K A L TR T 5 & & 091 BN
TWwa, RIVATIR/ 7R bZMU), FIVAT I R/KRRETIE, BEEDK
REEOHED, D TREHCEMENMOEEHOZEL L THRNA TS I ENHKEINT
nW5s,

RETIE, F4 72 EMELRED 2 RAOEIKRD OHD-OKE JhE 2E 4 OBEIZ
BNWTHIE L EBERIZOWTIRNS., M LRFEILOHD-OKE 7 )L DiEEEE%E &
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LTHWTERYWET, TOZRERBREZROMT, KZFIBXVFIFIVALL
DWTIIBEHIOME TH 5. BELLAOHD-OKE > 7 F IV DY — kR S s
FEMOBMRERICKITTHEZRAN, TOBRRHEINZFA T = VBECHT S
R RAVSEMEFE OZLITDONT, B - BEEOMER R EBEE DT THRRT 5.

52 B

OHD-OKE 7 )V ORIFEIIE 2 ETHRRAEZZEBEZ AN TITo 2. AW REILT50
nm T/NVAMEIX 110 fs TH 5. BIEIIETRE 296 £ 05K, &E 30 ~ 40 % OfER
EERE T CITo 2. BB E L THWEFA 7 2 33238 TR HETHREL /-,
DAL R FETARY MIVEEE (BIER(L, Uvaso) Z2EDEEMWE.

2 /\ 100 mol%
Z

2 j/\& 80 mol%
=1
e

S j/\L 60 mol%
20

7 j L 40 mol%

mol%

N

/ L 20 mol%

/L 0 mol%

I | I | 1 | T

-2 0 2 4 6

Delay / ps

51 FA 7Tz /TUGLRFE 2 5% D OHD-OKERE. LM SIHICTF
Z 7 x> EIVIBE 100 %, 80 %, 60 %, 40 %, 20 %, 0 % (FusE b &
#). MEIMmEbRBOL—VBEE 1 BEE LU THRR.
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53 #ERbBLUuE®g

53.1 F# 7 x> /ME{LRFEBRED OHD-OKE I6&

5.112 100 mol% 5 0 mol% £ THELZ DENRBEDFF 7 = >/ NEILRFEE
WD OHD-OKE ¥ 7/ )V ERT. HMOMED 1 BB D ISMIMELRE (FF 7 ViR
E0mol%) DE—VBEILESTHD. BENIMTF LT 2 2 ORERE—IRERN
5% BRENI LERNT, BEIETORERERE—-BL TS, K31, K320
RIZHR, FF 72O TFIVBENODTNIRKRENERIT, ZOERTHWEN
JVANE(110 £s) D 3 ZEDRI CHEED H D (90 fs) &K D HEFEWNDITKRS DF 51N E
MLEZEREBDHDEEZEND. FIRBEOT T FIIVEER, FERUCBRERS
FEE, FRICHENTORERBO LTS, BEREYOOEBEO S J HIVERER,
FNTNEZERHYOTOMF A7 o > B L OMIMELRFED S 7 FIVEE &IV
RxzHWER,

Isolution =X Ithiopene + (1 - x)ICCl4 (5 1)

THEHNL<E>TWVS (K5.2). BEREEYOTOL V7 FIVREILSE 3ETHRNZ

N
1

Signal Intensity
5

0.0 0.2 0.4 0.6 0.8 1.0

Mole Fraction

52 FATx /DR 2 o) ROEEREY D TOOHD-OKE
FFIViRE. M {biRFEOT T FIVEEE 1 ELTRR.
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ETERDDBFENESENTNEY, FOEEFBTRSICELE2HBDTHS. Ab.1
MR T B Z EIIEANICHESRENEY THB I LE2RLTHBD, AE-AERED
HEEANE - BOBRIZEZBZHEBEII/NINEEZEZISND.

FEAETRTERLEDI, YTEIPDUBROBRERSIERITIDHDTHS.
K51M5, ZOERSDFEREEDICFORENNIZO>TND I ENDND. &
FIZ X DERD DY 1 F I 7 ADEZEFAND -, OHD-OKEIRNE & it oy b
Lb0n, 53 TH5. K53 TIX70mol% TOBEEHREOFFITRL TS, E
JFPEEIR T D OHD-OKE & 7/ F IV OBE, 4418 TRARZX DT, EITERMBEMIZ

Ln(Signal Intensity)

Delay / ps

53 FFA Tz /TEILRE 2 RS FRDOHD-OKERE & 2 a5
BI4 vk (EH. FFT720FINDRIZENS TFANRIZ100%
(O), 80%((J), 70%(+), 60%(L), 40%(V), 20%(<). '
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EBHHDEEZENDIN, ZORDPEFRICHENVEDOREEINAEZIBLLLTVS., &
FREREOYTEIAVONTFRIFAFIVAOEEERE X, 1 EaPLUBDIGEIT
DT 2 R DO E I

h(r) = A exp(-1/7,) + A, exp(-t/7,) (5.2)

ERAWTH—T T4 9T 4 72Tk ETA, K53FOERITRT LD ICERIEZE
R<HETAIIENTER. BONZTA VT4 2 TNIRA—=F—2RK51ITRT. &
51 D8RNS5, BWNEFIKRE 13, ROEFREEDICELRSEN, FAF T BE
M 70 mol% KGR B EZDENPRI/NEI KRB I Ebho iz, —F, BWiEE
M7, TIXZED XD BEBARELIIR SN ho 7.

BCARANIL, 4418 T R7ZL DT, SEDETFICE DS K411 EEEMIC—FKT
LT EBHENTND. CS,/ - RFRCS,/ ThITHIIRED 2R TIE
EMERNCSED ET IV THIATE, FRICHE > THRLITBENRENET 5 2 &2
ENTWB[2]. ME(LRFEDOREEIL0.97 mPa-s (JREE 293 K, XHkfE) T, F4 7=

R5.1 FAT x>/ TELRSE 2 OB DOHD-OKES 7 F )L DFEED
2 B TR S BIBURAT TR 5 iR AR

FA T BE T,/ ps’ T,/ ps
100mol% (MiFAF7x2) 204£0.04 0.53%0.02
80 mol% 2.22+0.03 0.57x0.01
70 mol% 2.48+0.12 0.56+0.04
60 mol% 1.30+0.04 0.571+0.01
40 mol% 0.994+0.02 0.43+0.02
20 mol% 0.88£0.03 0.30+0.05
“HE IR BE 296K.
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#52 FA T/ rOORIVA 2 R FRDRayleigh wingBELDRIE T

£ BB AIREFIREfE
B ‘ T/ps
MiFA T 1.3
FFTx-ooiRibh (2:1) 1.7
FFT7x-z7o0ORIVA (1:1) 2.3
FFA Tz zoaRIlh (1:2) 2.0
7 oaR)VA | 1.8

"HBETESLD. HIEIREI30IK.

> ORNBE TORE0.63 mPa-s ICHANTETEWEETHD, INS5OMELT TR
70 mol% DF—& TRENS &3 BMEFHOEMEFHHATE RN, 2 RO RIERD
EEEARIC BT 5, AR ERE TOBMIIOVWTE, F4 722 /700K
AR TOWEFNDSNTND (£5.2). T Rayleigh wing A X7 ~)L D#R1IE
I L > TRLNAEDDT, F4 7 x> &7 0oV AR 1ORICE RRMR I
BRI AERT. JORBEMEMOBEAIR, F4 72/ 7008V AROK
ERESITEDBETROED EEZ SN TWS[5]. SEOHE, MELRFBIIKERE
BY A R EBEEEVWANYZ OORIV A EZREZDD, {520 ERRICE S0 TH
FAEEF QBN 5 T 70 mol% TOERBF QAN E L O TRENNEEZXS
N5, mAEElE LTI, T4 7 2 /R ER O BRBESEORENET 50
5. FAT 2/ M LREROBRBESEAERIC DV TOHRLIIINETEND
DD, BHHBEIC L DMEREDOTF T = o AOFIMRIGICB T D PEIREE L
TIRESNTHBO[6], BHBBHEAMROITEEITIICHELEEZSNS.

53.2 FATxr/EECRZBROENARERARS MV

FA T x> /TR ER OB BB AT RORHE BT 270, RIATHK
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Absorbance
n
Absorbance
i

OIII"--;|11I1 QT T T
200 300 400 200 300 400

Wavelength / nm - Wavelength / nm

M54 @MFAT7> (—), FF 72 70mol% /M bR (), #
g LR FE () OEABIRARY BV, ©) MiFF T2 (—) &
FA T 70mol%,/ T 7 aNFH 2 () OENBINARY kL.

AR MVOBEIEZITo 2. R5.4aiHIF A7 x>, FA4 T 1 2(70 mol%) /THIEAL
PRERIRD X OB LR EORIGHD XY MR ERT. BIE—7ZDHD
WERAENETEL-OICHIE TERN 2 720Y, 70 mol% AR O B v 380 I 554 i
FIbHEID, HFA Tz XV BEEETHY, HBRINHEORELZRRL TY
5., FAIT L EOHBEEANBREENEEZSNS S 7 ONFY BROBE,
B 54012/ T £ DI, MENDRIZBNT S ZORRRIUGOERRLIZEAD SN
Moz, TOZENS, FF7 x> /B LRERCEMBBEAIERIN, O
D H - BRBRENRELZDDEEI LGNS,

BECX > THERRNENFEEL TNDEEZASNDHEE280mm E, FEERLD
RoNANEE0mD 2 FEEICBNT, BXEE2F4 7z VREICELTTOy b
L7055 THD. #HE300miIZBT2BAEITTF I T = > OB EROEM
ICHREWERICTHEINT 5721 TH 24, #5280 nm 2B 2 EIEEETL 70 mol% T IZHR
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0.8

] Oo
0.6 - O
S 1
=
2 04- O
2
= @)
0.2 - O
- AA JAN
A
0'0@ 'AI LA I B
0.0

0.2 04 0.6 0.8 1.0

Mole Fraction

B55 FAT7z2/TELRFEZ2HRARTOFFT = > DEINGFRITHT
LEHEDZE. (O) #HE 280 nm, (A)FE 300 nm.

KEZFESE, ZDE)5HEIZIOHD-OKE g O BlERFEFIR 2B AE 2 #7F D TR
E—HTB. UEDOZEXVFFT 2 /ELRERICERBBEANERINS
Z&ET, BERNBRNREDEN SR TR B 2EDBDEZEZISND. BINIRY
70 mol% CTHBAEZFEDZ NG, ZOFF 7 x> /B LR FER OBHRBEISEED,
LISEERREARE T2 TES T, FA T2 20 FIc L TELRFE 1 2F 0D 2:1
SEREHLE T OBE L HEIND.

54 £&O

AKEBTIIFA T > /UEGKRE 2 R FBRDZRIEREAEEZREZTDODNT, FF
T BEICHT S —VREDEE S NICERENER OBLIZT DN THNE.
HFNDE—TRENL, FA4T 2 OENDRIZHEWVZIIBICEILT S —4, &
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¥ ﬂjﬂﬁé@fté?ﬁﬁﬁﬁ%‘ﬂ% S Bo AFRF OFEFIRE I F 4 7 = B 70 mol% T
BREZEE>T. —F, SATERNARY MVOEFICED, F47 x> Emfft
REDRE & > THERRNHEOHBENRD 5N, ZORHKETDRIOF4 T x>
WBEE 70 mol% THAMBER 5 /2. TNSDIEMND, FHT7 x>/ IE{LREROE
HRESHATRARR SN, OB DI EEENEENRES Bot bDEEL S
ns.

X, YTFINVOE—IRBER, F47 2 OBNGRIENVZFERICELT S
TEMS, SHEBRICE > TETFRENELL TWELHFINZTHHRDLET,
E—UBEOKRD 2 5D LBFINER, BERRICL> TREFEEZZTTHAN
BOLIEREIND. TOZEW, 51T TRARZNHBSRENEZ E RBTIHEETH,
TDIAFT IV ADERICDONWTIRTHEREETH I EERLTNS.

&M
L. P.N. Prasad and D.J. Williams, Introduction to nonlinear optical effects in
molecules and polymers (John Wiley & Sons, New York, 1991) p. 218.
2. C. Kalpouzos, D. McMorrow, W.T. Lotshaw, and G.A. Kenney-Wallace,

Chem. Phys. Lett. 150 (1988) 138.

3. D. McMorrow, N. Thantu, J.S. Melinger, S.K. Kim, and W.T. Lotshaw, J.
Phys. Chem. 100 (1996) 10389.

4. Y .-J. Chang and E.W. Castner, Jr., J. Chem. Phys. 99 (1993) 113.

5. E.V. Sagitova, F.Kh. Tukhavatullin, and A.K. Atakhodzhaev, Opt. Spectros.
(Engl. Transl.) 26 (1969) 41.

6. T. Akiyama, O. Ikarashi, K. Iwasaki, and A. Sugimori, Bull. Chem. Soc. Jpn.
48 (1975) 914.
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6 fask R—7EEERY v—HAFOL —H—Rik

6.1 ##

CRET, BIENSESEETICBNT, FBEEECHV TRIND N IELBE
500 B = KBNS &) T OB TRIEE DBIREFANTE. EIHBERO
SRIFEIIEIEL, FEBBICESNTNAED T 2 A MNPH S EIR EED T
EE RIS EBETH 5 —F, REBBORVBESHEDLDICERENE
RSN LR NETRRTEZED TH S, THICHL, EREEAVEHE
BIREBRIT, BVEBBERN S KENERENIFINSD, EREICH-
THERL-FEREOEMIEE T/ BOF—F—Th 1, 24kE L TTORERE
LENEEZSND. LAL, L—HF—RIEOLS CHEHIHBRERAT ST,
H e e e SR S BB T AR L 72 5. AEB XU Z U< B 7 B TIRYA
20 A— b VA ZORFAE T BT 2 BEERBASERRE LT, AR K-
M TFOL —F—REERERA, T0OL —F—RiFEEAKOETIREE OBEITD
WTHERS. |

BRI OBOR T3, € O JEHFERASEF DI & D K & V38, whispering gallery E—
RHRE EIEFN B RERR T ERMSNTNB[L]. T OXEREL, HREE—B
IC Lo TIZ 108 IC bET 5 QIERED, D Fabry-Perot HIEBIHAT, BHHR
THAERBEBNCH U IDB I ENTES. ZORD, BREMET21IERE LCH
WBHZET, BETEEIRDT 4 — RNy 70BN BEEBEET B —F—R
R &, B2 OB BSOS RS 2 ARIRIT I ENTEDbOL
HEENB.

A 7O A— ML A ZOBREMAIFICBT 5 L —F—FRKIL, 2P Z2EH%E R
THBRBROWRZ A NT Tzeng 51 &Ko THIO THERENZ[2]. TNLREHRE
TB1H2NWRBRANICFEM S E-ERSERBERARICL T, TORENHRANS
NTETVS., 2L, AFE R—TLERY X —WKFTO L —F—FHiRIHE

98



RG], THIT, TOMMTERBESVAEETEN NS v B2V THRICMA B SN
TEBLDITo /22 ETl6], BAORER, IFEE AL TO—T & o
FEHUWHTNA ZE L TORIBEMDMEIT DD B[7].

DXz, BRTOL—HF—RIRONIGEMEEZE X DHE, TOREOREIRM
ZHIDZENERIIE ST B, IM7O0A—F—H41 ZOMKF TR HIELAR DT
DAL IR 2 1 BT DRIB TEL TRD Z &I S, FlITHERE
20 £ m @ PMMARI T DBE, HOMBRI TR E—ET 5 DI2310 fs LNAEL 7.
CDZEW, BRFNSDL —F—FANE IWREOE /AR DB %55
LTS, LML, ZNETEORESY A F3I 7 ROV TORERIISRS, F
BT —2HANTRT /DORAPREINTNBEFTHB(5]. HAZTI,
EIRL—F—= NIV AR E L THNT, MEFOL —F—RIEO L IBERT
DEEREISEREZHANR, TOFA1F IV A LAROBETREE OBEGEEHSMNT
S. e, TORRER, FLICEALZAZOBTFRELE 2 OXTHET S -
CIET, MATFOL—F—RENZTDEEBIIOVTHRENS. Zhid, HL<
BALIZBROBERICED L —F—RIEOY 1 F 3 7 2B LT ORE %S5
THMREEERFTEIHDTH 3.

6.2 BEL-HY—-FIRES1FIHR

6.2.1 RE&

a. BER—TRYT—#EFOlES
ﬁUv—wﬁ?«mv—ﬁ—éiwF—f@&?@?ﬁfﬁot.ﬁ@5~mum

&E@ﬁ%ﬁUxyﬁUW@XTWWMMMﬁﬁ?%%MM¥AMRW%M)NM%%

FEDIREDBREAR 10 ml I g, 15BREE - #T5. AxIzl3n—43 2B

(RhB)ZAW, BEICIILY /=L 2ANE. B, ZOMBRKEILEIO L md
RUF I INAOIFL O PIFE)BA S T L2 T4 NI —TEBL, T4 )& —I7
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Bo MR TRETY ) —) EREKTHETHIET, EXVAICEBLELERE—
TR TAELNS. ThEREKCHBSETERRIEALL. ZOHREICLST
185 N7 Mok Trh 0 G R IEEE 2 A TTREIEEIC K> TN L 25, BHIRERD
I ) —VEROERBEITIZFELLO L.

b. BHAKXAT AL

WD TS DL —F—RFEHDARY M, BXOZORKMTO7 71 I)VO
BlEIl, L —Y—HREBEHAEMI NI AT LRV, TOT 0y IR E
K6.11cmT. L—F— @RISR E T Mk T 1 e RN 55 EREL, FFEMOR
HETONE I ZT A EMTHEA L. 2K, MR TFORBZEFINTIKTHES,
S % R E U 7= BRIE 0BT T D BELI SR © & 5 Mie Ba I VIRRE TRIE A FIRE &

Detector
cw-YAG Laser

o (1064nm), cw

2m (532nm), ~40 ps

O/L
Q-Switched
Mode-Lock
YAG Laser

- Microscope - -

K61 ZEBRICAWEFEMSHIATLAOTOy K. DIM: F1 701
73I5—, OL: L > X, L: LR
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2%, L —H R ONEITITEBE R (cw) YAG L —H— (Spectron, SL902T) % W
7. ZOL—Y—OEAR (1064 nm) & EXE ONZEMEITE X, FF100F0OxY
LANAL)THL tmDARy MRIZENXT . MKHFIZHBENMRI I, Z
DENNMBEICHIEEND. BEENZL —F—HIEO/NT —I3EMBE T T280mW & L
2. L—H—BRONIMEZT ST UEHO N LD bR, SHELKDT
DT 5T EHICL DS EdomA —F —ICETHHREINTNB EEZ 5157,

e S NAMRITFIT, QA1 v F - E— RO v 7 YAG L —H¥— (Continuum, YG501-
10) OE_EFAE/VUVA (FEES532nm, ROBRUEFEK 1I0H) 2FE8TREL, %
RTHOBRERMET S, M TF2ENE—IIiEInsL 31T, M FORBIEME
TORNBERZ60 umB EE L. 728, AWETERE/ UV A O¥E2E (fwhm)
WS40 psTH O, BIEXDREIZT 7L —2 a X D MBI FIMESE 2 217 WiRE
WERELE. FiICHD ORWEE, AWARIEXEEIT 18 m] cm?-pulse! TH 5.

WRLF NS DFEATHYL > XTEDLN, 1704 v 2T — 2R TRIHISEZAN
EEBMND. AR MVREIEIZE, INVFFr %NV T L= /"T3 hFAF—R7T
LA fF&E57EER (McPherson 2030, #E5MRRE 0.4nm) ZRAWE. Xz, FEEORH
70774 VOBEEETIIL, ERSABORDDICA NI =T HAT GEREK K
T A C4334) ZRWE. ARNU—TH AT ORREISREEIL 10ps TH D, EEBIY
REDRREEZITIBEICEA MY =T AASOAFRY v S ORI ESRAELS nm
DR ZED 1T 7z

6.2.2 L—HY—FRIEXDODARSZ MIVEBB IO 741
a. BERER-THREBKFHLSOL—Y—RiRNX

L—H—F#iRL TV % RhB R— 7 PMMA ki FOSEMEEE £ X 6.2 1R . HEiH
HRIRIZ L — Y — R S N2 R 708, #5532 nmDFRHEE D REIC X - T - T 5.
RIZ, BRI F EKDBER) D TRICESFEHL TS, BITRT LI, ZoU >
TIRDFEADBILF DR T DH/NREHIBRBEN S DL —F—HIBKETHS. BHED
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62 DO—% 3B R—7PMMA MK TONFEEMHEEE. HiEHRIC
L —H—iE S N F L — T —HiRL TN 5.

Fabry-Perot 3RS TIRKHRDOENI S— (U RN Ty My T5—) o5 L—8—
KRB HENDD, BN IRBOBE, METREZRDBEOINRYy b
S0 SRR AR SN D, DDA T DiRERD A 035 < Ft
TBHIEIIRS.

KIZ, TOL—HF—FEADARY MVERT. K631TEFRBE00IM, K26
1 m DRI F DI DSBS NERHAARY MV TH S, BERIEGRENMENEE
% (06.32), RhBOHENERBBEINDRDENBARY MIVBBEIENS. LML,
YRR % BT 5 &, BYE AR MVESMZ600 nm fHEICEA DS E— 7 8N
% (K6.3b). FENBEZISICETHZEICX- T, BAREDOEMITENTE—
Y DEBET—BEINT 5L EBIC, INEROE—INREND X D175 (K6.3c).
¥ 0K, BMAE—YDORICNSRE—INENTL%. ZhH5DOE—7idIMie #
#5551 5 whispering gallery £— K &% 2 5115, whispering gallery £— FIZI3 %
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570 580 590 600 610 620
Wavelength / nm
6.3 DO—% 3B R—7PMMAMKIT (26 1L m) DEGERERH 5 DR A R

7 BV, BhEJEEEE : () 1.1, (b) 3.0, (¢) 9.7 mJ-cm?-pulse?!. O—4' 3

> BIEEE1 X 102 M.
R CHAEOREITHET, HHVRERT2BERDERH L2 DORAEE—R, T
BOBTEBLIUNTME-RFNH D, ISRXFEUEXE—RITHE—RAEKEE—RE
FDRESTEL DE— RBEET B[1]. MieEBHNS, RCE— RAETE— RE
HIWNERRSE— FEOEERBIZILLEIC,

2 tan“[(nI /n,)’ - 1]%

T 6.1)
wn,d [(”1/’12)2 B 1]5

AA =

EHEZASNB[T]. T Th, n3ZNTNMKITRBEFBEEOBHIETHD, did
MALFOERE, AIEETHS. K63DHIELLZR6.1ICIRATSE, 3.06 nm 248
5. —F, K63D@WE—7BORRIL, 3.1 nmTH Y, MEFFERITLII-HLT
w5,
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1.0 2.0 3.0

Pumping Intensity / mJ- cm-2- pulse-!

6.4 [6.3EF UMKIFMNE DRIEARY NIVRE D RIEREKRTE.
HIFEL—2 DOEE 6004nm: Q) EE—7ADEE (577.9nm; @)
THO7Ow b.

6.412, AUMBITIZDWT, A OREIEREKFE &2 iR Y — 7 O (600.4
mm) &, E—=ZAOFEEGEI7T9nm) TT Oy b UERERT. 1.5 m] cm? pulse’ EAF
DFHFENFRE TIE, MEEICB T 2RABEIIZZFNCRETHZDITHNL, 1.5m]
cm?-pulse! 2 X B &, HI|E— 7 OFETIREZNEML TEREITHEMNT S, —4,
HHEEZZSNBE—IADOBEETRZTOEEOEETHRABENEMLTND.
DR E — 7 OFNARE T BT 2 B REKE I DIRBRIZ BN S, N5 D
F— 7 ORERXIZL—TF—RIEHXTHD, O FORIROBMEIX 1.5 m]:cm?:pulse’!
THHZENDONS.

b. L—Y¥—%iRS A F 30 ADMESEEKTFNE

Ea OFENREICBITS, MEFHLORNOEE 707 vy 4 NVEKE5IIRT.
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Emission Intensity

0 500 1000
Time / ps

65 O—%32BR—7PMMAMKIF1 1 m)nb DR (E#) Lhh
AL —F =LA () ORETO7 71)b. BEERE : (a)
4, (b) 8, (c) 16 mJ-cm?-pulse’!. O—4 I > BIBE 2 X 102 M. #itdh
HEIETERAETHERBLELTHS.

EVREAREORSE, 7/ BDETHIEVWRXOSLVBAIEINS (K6.52). Z0EK
WREIZH M 3.3 ns DIFMEEIRMBEEZRL, FIBEORB%Z R—7L7ZPMMA 7 1
JWILTORBOEABESFME—F L. BEXEEEZ®E< TS5 & (K6.5b) B
JOUVA (5652 O EIFIFRE U5V ZIE %D/ ZRFEH A R S AHE I
B3, S5ICHEXREEZETDETONIVARREXROREL, FOECREIZIEN
ZLHEMT3 (K6.50). Bkl y 874 )y —2HRL TH DIV RFELD
BEREET, OV IREDERE/ VA DOBELETRW I SR S Nz,
INSDTEND, TONNVZRERIMKTFNSDL—F—RFETH D LS
Na. ZOL—F—RFEXDIVVAIE (Ewhm) 1340 ps R E D, FHEIE/IV R LIZIER
RS TEWSIVRBERFDRBEAENE SN
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6.23 L—Y—RIRIAMFT I/ AANDBEOHFRRDHR
a. V—Y—-RIRIAFTI/ROBEEEXREN

WAL FPNS DL —HF—RIFBAOKB TO T 71D, BER—TBEEICI-S>TED
LORXEAT 2N Z2HM6.6I1TRT. BER—TRBENREBENIX MDD EE (K
6.6a), TDL —H —FIRHIIFEIA/ IV A (K 6.6a OB 12< B, FEEITIELA
<, FOE—Y BEER/ UV AICHA 10 ps BENTVS, SN HENEER K—F
RETRBEUTEZ DL 5L —F—-RRIIBD SNah o . BRBENX10°MIC
Bind5& (M6.6b), L—H—RFEHO/NNINVABIIEL 2D, E—=2HT0ps EEL
Bolz. EHREBEZET1X102MIZRSE (K6.60), L—H—RIEHXIIK6.5¢ T
RoNZEDITEN/NIIVAEIZERL, ERITEVWIVA Lo T,

Intensity

ission

*

Em
o

-100 0 100 200 300
Time / ps

66 O—%3>2BR—7PMMAMK FGEL um)hsDFRE (FEHR Ehh
BXL—T =LA () ORM o7 y(J)V. 0—4% 32 Big
FE (@) 3 X104, (b) 1 X103 (c) 1 X 102 M. HEREIZL TRAE
THEBIELTHS.
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NN LANANNAAD>
k LAA~ANANAND
7 I
W, I pump 1 vws v

Y
o | e

6.7 AWML —HF—DOIFNE—FALTTSA

D, V=Y —RBIAF IV ADBRBEKREFEEIIONT, 4B METITO
L=hABRRZRANVWTEATHS. AP TFEL YKL -V, —K
WAL —F— B ERRBRTIENTES. L—¥—RIRICELETH4DDIRI
F—EL (K6.7) DO5, EAOEL, 2 L3R ENENRUEFREBIZEL T
W5, Iiabb, B0 & 1IIEE (—EE) RETHEM 2 & 3IEEERE—ERR
BTHD. ZOSBHM1, BN 3 ITFNETNDEFIREED Franck-Condon IREET H
D, A1 -0 DER, B3> 20BRIE, ThETh T b MF—F—DEHER
DTFORB TR F—EMBETH . ZHTHLT, #M2—>1 OERBHIIEE
FIROBRTHB0, B3 EHEMN 1 OR/HAEEII/NE L, DTN 2 ITHEE
DEL2D. ZODHEEM2 & 1 OBIRBESCRESMHAERI N, L—TF—FEN
BEHN. LY —RREZEZIOCEFERLBENT A —FNv 25X 57
DIZHREBIMETH 20, INDEHETIIREBRAFZDODBDTH 5.

ST, ZO4DDELIIHNT B L — FARERENLTD E,
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Ny =-w,(Ny — N;)1,..., + ko N,

o pump
oN,

7 = _kl()]vl +ws(N2 - Nl)Icav +ka2

)\ % = "ws(Nz - Nl)Icav - kaz + kN,

6.2

%z_kﬁzNg‘*‘wa(No_Nﬂ)Ipump >
dl
é:v = kaz +WS(N2 - NI)Icav - IEaV/TPh

L/2%. ZTT, ZEEREANORBIRECEEBEHNKEIEHTELSHDEL TN,
2B, NITORMEOSTEE, IZERMBOEEERZ, widRISXVFER
HOBEEEHEZRLTBY, R®F o 3TN, s 1TFEHRE, FIZFEZERL TS,
£, 1 L 3 ENZNREIIRE L HREBNDORDOBETH D, 7, IIHRE O T
FEMTH5. 5DHOFRIHIRBADNREDORHERICBETLIDOTHD. HEik
HRE OB, OFBRELEFAUTHHDT, TITHDOHOKXICEEHT .
ZOLE, L1 OaHEYOERARL, IS5 ICHERREERENFERBICHT7

BWELTERTLE, 2o,

%tw_v = (w,N, =12, )., 6.3)

LB, TIT, H1HERBERINCE DL —F—FIBIHET 2ETESD, B2
IREONIBEC R T AETHS. 0P 1 HES 2HONT > AT, ORISR
BORES T 5. H 2 HERM O DHTFHM T, 11, HIRRNONRES TR
Do ETHETHRME L TERINBA, ZOEEOEEIC L D & 5 IR
TORIU & 5 7, &R DK OB EL NS DREIC K B 1, & 2 ANT,

Yz, =1/t,+1/7, (6.4)
ERTTESIENTES.

ST, CCTRRBEOLINL, OBBRBICEDE S HFEE52 5 EX63
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EANTEZ . BRBEOHINI, MEHERCBITDENEOHMNEEKT 20T,
BB 2 NS B TEREIT N, 2 BN 8 5. —F, AERBEOBINIFERICRE
BERTOBRICLDHEE Y, OEMOE®RT 3. Tiabb, R63HFDwN, & -1,
DHFEMT B Z LiT/25. I, OBBRBIIwN, & -1t, DINT A TRE SN,
w N, I SIERIGIR T & 5 1= D RO Y MR TId, N, OBID 7201 w N, SEEIT A =
<%, TOBRFEMHITE o TN,NBDT S &, SEIAMINC -7, NEEIR
2. ZOZENSARBENEMT 2 &L, RESAORBELEML>TL—Y—F
ROIULD EROPEL 2D L LI, HIRBOBEOEMICLVBEDEI D EE
ABDIENTE, H66DFEREEMMICHIETE 2. FICX6.6a DR BIEVEHBE
DHEE, BE/IVABKED S ThEH L —F—RIROIMLS ERND DN TNDEA, &
TUIBENRE D20 w N, BHBENE <, B/ SIVANKRD- T, BRI 2108 E-
TR TFROBEBRENGENTHL =D EFHATE S,

—7, BROBERIIT & BHFFH 1,13 Beer-Lambert B Z T,
l/t, =1n10( &,ac/n) (6.5)

EEITENTED. TIT, e, RBEEA TORTFEAFEM - cm?), o 13 AR ME

®6.1 LY —RRNREOBEREOGE R — T BEKEE

BREE EHEE" EERE"
c M) 7 (ps) T, (ps)
3X 10 109 100
1X10° 32 26
1X10? 3 <10

| EZRERRT6DT - X 0. BEFMORDHFIIALSRE.
" BRI B RS595 nmfHE DM & L Te, = 660 M -cm™, &
FRIIPMMAD n = 1.49%fEH.
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M), clIEZEFHOHNBHE (cm s?), nIIMALFOEHERTHS. ZNZHNT, K66D
EBRFUETHE Lk, &, ERINEZRIEEORRESFMEOLBEZRAA (R6.1). H
EDOBEFMIBET —F BT I v T4 2T IT200PRETH-2DT,
RIEREN T ITRET DR ZRD, TN SR e ITHET DR ZEL 51N
bDEREHEMELE. HWERICBHHRDST, £6.1IIRT XD ITHEE B KL
=KL ZOZENS, HIRBOBEREZRD TNDDIFEITARICK SHRIGE
BTHdEEADNS.

b. L—H—RIRNS M F I ADRIKRRIKTFN

L—H—RIENY 1 T IV ADBRBERFEDOHERN S, HIRBOERZRDT
WBORFEICARICLL2BFRIGEREEZ 2 515, AROBRNOZEIEREAZ
EREVNEEZEZBNDDT, BRI FTIVADERIIE>TEDLZ DO EHFIN
%, TNEEND DD, BIEOFEED L ORHSFAE 2R A7z, K6.8I1C0)tEH
ERATZA R —=ZAATIE> THIELZBHREF—TREL X 10°M (E&E38 1 m)

520 540 560 580 600 620 640

Wavelength / nm

6.8 O—4% 3 >BR—7PMMABKLT(GB8 L mD5DFHLD, HEBK
VBRI R EERR. O—4 X O BEE 1 X 10°M.
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ORI T O ED L ORMAES LE SR ERT. EEE LIRS KRR OERE
ELUTHEALZBENR SV ADBENNR A TNS. BEEHR LN —T—RiRE
T, ARD OB NE— REEZRL TH5. BIREIEERITR2 I, TOE—
BN, BEDEL > TWAHETNEbNnsd. £, 200 ps MRIZHENTNS
FWEFIL, #HEBEILSNS.

[ 6.8 DT — % % (a)575-584nm, (b)584-593nm, (c)593-601nm D 3 DD AR hIVFRIEK
R0, FHEERMATHEEL TEZRXORB 7O T 7 AV 2K6.9ITRY . Hik
BWENELRBIIONT, NIVABREL B> TWAETFRDLNS. KT, FEDIL
5 ERNVEMIZH TN UM L TRV, BEOFMIKEELLTHS.
Z DORNBE OBWMEF M EKE.1EF UHETKD, BRI BT B35 T7HREHR
o R, EHBELEZEZS, BHERELS—FKLE (¥62). /> T, L—¥—
REXDEHEEMIBROBENARY MVOBICHZET D0 (K6.10), BRI

a

-
h—]

75} o

: T

=%

= b
o

=
=

)
'ZJ 1 t 1 T

=

= C

] ] [ I
-100 0 100 200 300 400

Time / ps

6.9 M6.8DF—4%—% 3 DOFEEME (a) 575-584nm, (b) 584-593 nm, (c)
593-601 nm XX Y- TE LN L —F—RIEXOKH 7O T 71
V.
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#6.2 L —Y—RHECREOBERE O BREFE

R W CAREC ETEE FERE
e, M"cm?) 1, (ps) T (ps)

(@ 575-584 nm 7000 3 <10

(b) 584-593nm 1500 15 10

(© 593-601 nm 300 70 50

" BEERTOYEEEZFEA.
T K6IDT—F KD,

2

7

=

L

~

=

[

=

(] oM

.C-I‘J 1 -~

: s,

= g

2
T T T T I T 0 =~
570 580 590 600
Wavelength / nm

6.10 X6.8DF—4 2R AEICHES L TH SN —YF—FIEARY
MV (=) EO0—=F3I 2 BOKRJARY 8V (). a, b, cldEThE
N 6.9 Da, b, cliTHYTIHES.
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Ko THIRBOBENEML, REXOBBENEL Lo EHHTES. —F, B
BEIIFREEDS BN ENS, BEMBOPRIIFEICL-STHEOELLAND
DEEZEZSN, TODINE ERVEMIZOTNICULABLL T ENDD EEX
5N5.

6.3 BERINICEK S L —H —RiRD K HIE
6.3.1 WA FABADBERREEDEA

INETORENDS, METFOL —F—RIRIC K > TI0psIREDENH/ UL Z DR
ENTRETH D, ZOREXOBIIEE L TBROBERIUCE> TRE>TNS T
ERBBMITR T, TOTEND, HiTk> THE RO RINEBBRE TS &
MTENE, MEFOERERL —F—REOBREBLOZDSY 1 3 7 2 %KX THE
TRHAMEMEARB I NG, 22T, KTk o THE FRIBORINE 2L S 8 55k &
LTERROBERNEZFIHTS ZECEEL, BERNOFEINMETOL —F—%
BARITTHEEAND.

BRI L VISR EDHETER L L EHAORTRNGD Z & T, FREHEIE
ELTWDORETO—RRtRIRTHS. 22T, FEE, BERNEFHTSH
MTEAT2EREBERNERERERZ LTS, ZITIE, BERNAEELT
910-P7xZ)VT > T2 (DPA) WS Z &I L7, DPAIZ 350~ 400 nm i ic
FERARER(S) 20 5 RAXBIEREE S ) ND BRI EFFD & & BT, L — P —FRANE X 5580
~ 620 nm RIS, 20 5 EmEEIRE S NDEBE (S « S EB) LI BERINER-
TWna (K6.11). TRLLE=ZMAKRDORFICL > TS REBEERTSHZ LT, S <
S BBICK HIEBBNDOEROEMLE L TL— P —RIREHMTEZ LN TED EH
AbND.
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RhB DPA

S1 j - Sn

Pumping Lasing Transient r
Light Emission Absorption
- |||u|mu|||mm|||||||||||||||||||||||||||||||||i|||||||n--- i
a1

So ; i | -

Excitation

Light :

i :

So :

M6.11 L —HY—@F@O—4 I B, RuB) &@BERNAFRO,10-
TNV 75, DPADIRINVF—FAT TS A

6.3.2 RE
a. BERINEER—THAFOER

BERINCE S L —F—REOKREHDOERD D, DPAL T—F X > B (RhB) Z [
B2 R—7 L7=PMMASKI FAIERIL /=, 5% R— 7RI F 2 ER T 5720 DEHRIC
BTy =)/ 7O (KFEE1:1) BEBEICRB & DPAZEBEMLIZHDZH
Wi, BHEH O RhB OREIL0.9 X 10°M &L, DPA DBEEIT20X103M &L=, KR

FHORL F I IIPMMA DO T % VY, REROEELSNI6. 2. 18I E AU FIETER R —
THRLT EERL .

b. HHEFMSOL—Y—RIRAEDRE
MBI FIC R— 7SN DPA 2REL, BERREFE L ICREBTORRTOL—
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Y-REAZRET B2012, K6.12 OMROBEMANLS ZAFLEBNE. K610
BEWANT AT LI 5 DERRIZ, EIBYAG L —H — D% &k (532 nm) 12 i
C, DPA DRIEIZAWVSEZRMAEE5 m) 2BFATELZESICLAEZETHS. £
2, BRIV EEZERB VA BEBEOBRERETRE T3 L5 10T
HFEBEREHATND. BoERAL/VABICESER/E UL AT, Bk 7
EE—IIHETED LS, RAMIB TORFNEREM 100 4k mE Lz, L—H—%E,
RGBT E, Bt EZ D62 1M TRAREED TH 5. 2B, M FITRERIT L —
P—HRIC X > T=RTWIC, EEMIcEEIn TV S,

Detector
cw-YAG Laser

-

Q-Switched
Mode-Lock
YAG Laser

K6.12 ERICHNVZEMI NI ATFLAOT Oy VE. K610 5 DEE K
i, QAAM Y F YAG L—H—DE=8k %5 m 9k & FhmR
HTEDLIWZLTHBEZATHS. DIM: ¥t 7014w r 3
I—, OL: L > X, L. L>X.

115



6.3.3 BERNEER—THEFOL—Y—RIRAXRS ML

4% 40 1 m O RhB-DPA R—7 PMMA #EIFH 5 DRHARY bV &K 6.13 107K
4. [6.13ald, B ETI6.2 mJ-cm?-pulse!) DHHRHE T NIHBITHE 5NTFL
27 MLV, DPA & $720)RhB K—7 PMMA ki 7 TR SNz b D LRSS

Emission Intensity

580 590 600 610

Wavelength / nm

570

M6.13 O—43I2B-910P7z=)V7 >k 54 > K —7PMMAMCKI (40
Lm)D L —H—FRHEART b, QESERABOBNOENGS
L. EBSEAFOMRED(0)0.06 BE () 0.21 mJ-cm?+pulse’ D &
X IS EOEDITR LT DPA OBERINA T M.
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BOE—URBHAIN . ZhS50E—713K6.3 EFkkIZ, E—2 OFERE, E—
27 DR £ D whispering galleryE— RIZE B L —H —RIRLRBEBTE 3.
UKL, FomfAR ERRICE=aRAR B L ZHEDOARY Mlezhth
6.3b BL UK 6.3c ITRT E=EPEOMEIIZNT0.06 BXLU0.21 mJ-cm?-
pulse’). EEGERFEERBF LI NWGEE LR, BRIBE— 7 OEEIIEDSRNH OO,
V=Y —HRAOEEIIHE=ZERFREOCRHME EDITRD L. E=EHk 2B
®, TOMNZHPILEL THUE_SHEEZTORFETO &, TORBENLAREZIK
6.13aDHMEICETEELZ. 20, BE=ZERAFBEORFICL 2 L —F—FHIRNEBE DR
DX, BELZZDPADBERIIC X > THIRBOQEMNME FLAZZ &IT& DD EE
265, ERE, FUKEER%EDPAZF /R WRhB R—7PMMA MK FTIro/z& 2
2, ZOXI 2L —F—RELREORAIIBE S Nish - k. FHEDPA DIBIES <
S)BTIMNARY SV (K 6.13c BE#R, DPA /N E IR, B OBERIIGHIEEIC
£3) L= —RIROEEHLEEZE > THD, EREREESED QMEIEERIND
HRETZI->TETLERD, 2TORIBRE—VOBRENEALED D EEZSNS.

L —H =R DORENMR TR THRE U BERIICEEE2ZT TR T 201
NU, #EART MIVOBEIZIZECRR SNl -7. ZORRIZUTOLSICE
ZABTEMMTESD. L —P—FIRHKA whispering gallery £— FFIRIT & 0 Skl FFE
Z2MEHEAEL THBNKB SN TH 20T, #EITRIREE Z X912k
TZRY) > THEANHTE X TH 5. SOLIMRI T &Y 2 BRICBRIERINT & D
R 5BER, MMTFOEREREAOAKEEL RRL TH SN2 BIERIX OWRIEEH
SHEFETES. B DPA O FIIHRE € = 1.4 X 10 M -em? (586 nm) Z W5 &,
4 EIDEEBREZM: T D DPA OBERNOEIEITA =13 X103 BBRETERT &£99.7%
L2 %, WERIIC X 2 8HEREORFEIZ0.3% B ET, EBREENTIOLREIZE
WRDENBN D =DIIBIINE o TWEEE XS, —F, L—Y—RENXIIHLE
WX DRI THNERZ A S AR U TN SN TH S, BRI FOL —H—F
DIV ABIIZNETOHRRENS40~10ps TH DI ENHN>TNBDT, EH
£ 40 1 m O PMMA ORI F D[ E L — Y —FE#RI13 & ORIk 79 % 60 ~ 160
ATBHZENTES. WoT, L—HF—REAVKL 2EDNHAREIL, WhF2E
BUIDHE L2000~ 500 fFERREESRDLEZOSNS. ZOEDICEATIEREIL
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MR SN2 ZBERIIC L A, L—F—RIEATIE, EoZ D EBAINL
HDEEZLND.

6.3.4 BERINDOERNE & L —H—FRIREEE L ORBR
a. L—Y—RiRNBEDE =S HBEEKRTN

PR T R A U T BT RN DI EE & ORI T4 & O L —F — R IR O BIfR %
EROCERT B0, L—F—HBREOHNROR(I, - 1)/I, #BATS. 2T,
ESEAEERE LN E X ORI TOL —F—RERE T, I IBR L2 EE0
BETHS. K613 EAUMKTIIONT, BEEBEOBREITHT 2 Z OMFHRD
BO70y k (M6.14) ZiFo72ETS, MEDOMIIE, EEHABIMRAEI L T
52 ENDMo T ERICA W ESEIAKORER TIIDPADS AL OBk E1LE

0.5
04}
= 03}
=
[
~ 02}
0.1}
0.0 - !
0.0 0.1

Excitation Intensity / mJ-: cm’ pulse'1

6.14 [X6.130585.5 nMmDFEIRE —7IZ DWW THE SN B =EREEEIC
9B L —HF—RIBEABREOHEMNBRIEBOTOY .
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ETHEST, £UBBERROEIELE S EARRE I HT 5 EZ2X5N5.
o TR6.1413, BIERNOWIE & L —H —RIENBE OHESR O BORIC, Hpl
BN HDZEE2 LTINS,

b. b —Y—RIRNHEDBIERRKTE

CNETOERTH, BERNZFETZ2E=ZGREIL —YF—RIREFESEZT
B_HIR L FIRFICHRS U7z, DPADS REBIZH T ns OFMTRET 5 Z &AM 5N

diis

Emission Intensity

.

I

570 5;30 5'90 660 6I10 620
Wavelength / nm

[16.15 B maH &5 = ma O F O & OBIERHIZ 31T 5, RhB-DPA
R—7 PMMA KL F(31 1 m)D L —HF—R\HZ R T M.
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TWBHOTE, 10], ALH=HBMCRETY, SoSBROEN &/ DREBES
B, ZOEEDS REOHHHEE KWL THETO L —F —FIRREN LT
BHOEEALND.

X6.1512f 84 OBEREICHIT B L —F—RIJ|ANRYT FIVERT. AT ADEE
BRI (6.152) TRE=ZERELIVDECE_BRAEERBFEL T —HREEZ
T, ZOBEOMBTOL —HF—RRNABREIE=ZGFHE /A LBNEE LA
BMETH- 2. BERMAY O, bE T ERKEE SRR E RRICBA IR
THEIC (K6.15b), HRBWS L—F—RRAWFIE N, BERHENESZDE=
EFE AR L TR TL— Y —RBEE I I LHEIT ("6.15cB XD
6.15d), FIFHBEDEML THE=ZERAEEZRBH LAANFEOREITEDNWE.

CO—EORERBETOL —Y—RIEXLARI MIHFDO—DDE—RFIZDNT,
L —H —RIRYERE OB R 2 BERMICELT7Oy F LD DAK6.16 TH

N
AN
T

e
—
T
1

Delay Time / ns

6.16 6.15 & AUMRIFIIDOVWTESNL, BERHICHT 2 L —F—
FIRCREDHMBADEDO T T b

120



5. B RIBERNOFEE & bICEEREYOICBNTREAICRD, T0%,
BERNOBEE EBIBO LTINS, 2070y FORESME B —fESEE TR
Wiz E T B Tns &I D, VERH OBABFRBEFIC & > TR SN 7= DPA DR —EIER
RROFMNEHT6.95ns[9], AFINT 7 ONFHT UHTT 46 ns[10]) E—FK L 7=,
ZDTENS Y, MEITOL —F—REXROHMHMERT, BIERI ORI & H
BRICHBHDEEZ BN,

C. BERINIC &L B HIRIBIOI/ADEM & L —F —RiRABE DA H EORBFR

X6.14 K 6.16 TREN/Z, BERNOEIE & L —F —HEOHMEEREDORM
DLLBIBEGRIT, LIRS L — T — KIS (Intracavity Laser Absorption Spectroscopy;
ICLAS)[11] 0¥ i#mESZEIC L THHT A ENTES. —RIC, HhHE—RDL—H—
DHERINREL,

1=1(%-0 (6.6)

ERIND[8. ZIZT, LIFERIEEE, ¢ 3RRBAMAETH Y, LITLIRE 1 BN/
DOEETHSB. ZZTRIBEDPAZ R—F UMl FIe DOWTE A TAS E, B=
RAAIC X o THRLFNICIRERINAF R S N2GE, HIBRSBOBRIIL=L +ALE
#BIS. IIT, ALBBERNICK2BRTH Y, LIZThESORE (BROER
I, METFANOKORIE) L BHETHD. BEEAWEBH LAVEEORE
HREZE I, =1(g/L,-1)&T B &, FRIRNBEOHMRDEIZL,

et

I, \L L+AL)/\L 67)
)

- (mlﬂ)

L72%. TTTI=AL/L,, {=g/L(g- L)) LBz, B x/(1+x) & x=01ZBWNT Tay-
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lor BBAL, xD 1 ROHEEXTTEMTHEx/(1+x)=x&725. ZOELZEZANDER
6.705,

~C AL (6.8)

2, /mons(11]. BL, ZORILBERIUC &K 2EERNZOMOBRITHER+/AS
WK DA (AL<< L) WTRYT 2 I ERERLRITFNER SN, £z, ALIIRES
1 A%720 O@ERRDOENE A =cand EFAVTAL=1-exp(-A In10) EREND A,
A<<1DHE, exp(x) =1+ xDEABREANDS &, AL AIn10&720D, ALIGERIRIIZA &
HBIBERRIC H .

ZZT, H614DEBRFHEZR6S8ICUTIIDTEATHS. E=mRKEZREL
BWBEO#IFROBRIIAEOERIN, METFOME, MTFREOBES THRE
%, 6 2HDRERTH SN LS ICHEMEA L T2 ARBE TIIAROERIA
REDELE (5 QME) 2RDTNBEEZSNS. Z 2 T58 nmiZHiF % RhB O
HARE (4.0 X 103 M- em) ERIFDOER A0 £ m)D 5, FHIRIBOERITL =010E R
Mb5N5. —F, AUKETOBERINC & DHEEIZAL =00044 L REH SN0
TALIZL XD B+H/NEL, N68MWRILT BB 2L TS, K-> T, K6.14
TORHIBERIIR68 EANWTEMT D2 EMNTED. £, R68ICHBIT2LHIRE
CIEALDMAERRINTNEINDOHEZRERDZBDEEZI 5N, K6.14DHFE =70
ThHoT.

[X16.16 DFERIL, HIIRIT L > TR S NICBETHEORMAELERL TS L
NS ZEMNTES. ZITKHL, MR TFOHELRCBEDORBEDPAZ R—T L
PMMA 7 4 )V LIZDWT, BE DR > 7 - 10— T %% W TDPA OB Rt E DR
FELDBIE ZRA7ZD, BREAVNIBETHERRI I FVEGo N,
D ERWRIT O L —T—FHESBERIUC L > OEECEREICEEEZZITTNS
TEERLTWVWD., £z, Mie @M SMBTHMTARIRNEZ S & &E, TOXM
BRI FREN SHEA —F —BEORIICEPL TNDEEISNHD T, #
BRI FREE < DD THRWERICEET 2 BEDPAS FOEZC L — T —RiRICE
ZBERILTNEHDEEZLNS.
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6.3.5 BERNICEDV—Y—RIRS A F I 2 2D¥KHH

INET, B=miAR B SRR EARCRBETE, bLBHEENERS
WIE ED T2 72BERFE 2 B> 72 3B A1 DWT, DPA DBIERINAS L —H —FRIEH D
BEICRETREERNTE . ThTHL, BETOL—F—FRED 1 /0L 25
BEL TWDEICEERNEZFEIES &, BERRAENKICEIEQAM Y FELT
BEL, L—Y—RIEADI AN FIVAREADIENTESLEEZONDS. 22T,
POV DGR N OBERIGEEN L — Y —RIBI 1 F IV RAITEZ BEEE2 TN
5%, BAOBETOT7 7 A VOBIEET> 2.

B16.17 iZHL#E 34 £ m D RhB-DPA R — 7KL 70 & OFRK OB T O 7 7 1 L& R
NI=INIASZRANTHIELZERERT. F2ERAKORANENEZDL —
Y—RIRE (M6.17, £ 13, FEEFEAMI TREICE S END, #1110 ps DFf
THELTWS. ZOBBEHMIL6.238 TR/ BREOERID 5SROI HTFHh &

1.0 4

Intensity

0.0 - = T - T T l T

-400 -200 0 200 400 600

Time / ps
617 O—%3>2B-9,10P7x=)V7 > b 5k R—7PMMA#KL F(34
pm) DL —H—RBERXORR T O 7 7 1)V E=EFE/ OV A DR
HOENGES GER) &, B8RV EESETREL -5
B (FR). BRIISEDZDITR L 72DPA DA EG(HEES
AR
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FEF—HL TS, RICEBEAN S0 psZITES B TEGRKZRE L ZHED
L—H—RIENFORMZELERK 617 FORBRTRYT. ZOBEOL—T—HiRKEE,
EoEFEBHOBRVWESICLREZOBRENHELS B> TS, —F, L—T—RROD
VB ERDBLIOE -V BEERHE TEFHA—THo k. K6.7HOBHRL, #HE430
nm T 5 N7 DPA DEEEBEHBM TH O, TOIMH LAV IIGHEDPA DAERERL
TW5. BZERAKR/OVAORBRN D BHE1T, HAHMBHHDOLSE BNV ITHEIRL
TL—H—RBEORMBENHEL 2o TWB. Txbb, KHEDIBIES,<S)RITL-
TEIDREDHEICEVHRETQMEEZEZ, RIRY —VBELR > L XWEHM
RELESRTRIEY A FIVAZKEETE D Z EAVREI NI,

64 FE&OH

A% I3, RhB R—7PMMAMKIF O L — Y —RiE£MHREL, TOL —¥—FHEKD
BRI 0 7 7 A JVICDWTRhBD K— T BEB L UL E & OBREZHRNL. X,
RhB Otz DPA % FIC R— 7 L7 PMMA ki F 2, SB=miAmRc i 03
£9 5DPADBIERINA, L —F—RIFEXOBEBIVY 1 F I 7 ATRIETEET
DWTHNZ.

RhB R —7#BI 70 5 ORI, BEXREMENEE IR T240 5 08—
RRREADER X NN, PENREE LT3 EMBF - KORENRI AT HLD
27D, FORNFEXD AR BV whispering gallery E— RIER THASINSFL
WEEBRBORAEDENE —IN5E-> Tk, 51T, HIRE— 7 TOFRNEEEL
WO & B BRI RECREKEEZRLZZENS L—Y —RIRERBRE S N
EaBEBIc BT S L —F—RIEEOBE T 0 T y A VORIENS, L—F—HERD
7V ANV RhBIBEME < 2512 DNTEL D, BENIX102MOFE, L—F—
FIEFCIIFAEIE/ IV A EFER U0 psE VI BD TEW VAN E/8D T EH Mo
7=, ZOGFBBERIMCES EVVAER, RESHOEPHRBME SIS LD
b OfEE(L & HREBOBROEMIC L SBEOEHFMLOWS OBEICLLSDHDOT
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BT FICHIBROREORINC & 2MEOEEMLICONTIE, ZDEEA RIB
KEOHEIZL D DD EEX 5N, RhB DD FILEEN S BED - N TFHEAN
ERHER SR L7 BEXOMBEN LI @ ROBRITRE S TS & OBRI,
BRIC & > THIRBEH MR B ATt 2R T 505, RS & ORI E
REDORHENS, TOTENHRIN, B5NEREEMIH FIRED 5 5K
bo BRI E D THEME—KL -,

ZORERMN S, AL FHMOBINEXTHET S 2 & TL—Y—RIBH & XHHT
LHREMAVRIZEND. TNEHND D= DRBICINA TH/ZICDPAZ R—F L 7= 1%
RITZ2/ER L, DPA DBERNA L —F—HRICH5 X DFEICDONTHNE. F0O
R YACL—H—DE=SHEEE B L FARICRENT 2 2 L TL—F—RiEd
BREDE L AT 2 EARENZ. EEEFARORF %2 LD 2 S RIENREIIH
USTIZR D, DPA DBERINOFEAEIT LD L —F =SB MG TE 5 2 &
birolz. £, BERFABEOBHBE S, L —F—RIENXREOHIMRERITHH
BfRICH D, BEEFEEHE, Y73 0h oK DOBERBEBNTESS
ARZRHE UL —Y—REZREISESZ LT, DPA OBERROBEICHEL -
V=8 —RRNBREOEE 2 BB L 7. BRI OWE & L —Y—FIEH D HpiE
RIZOWTIZ, ICLASOERZHWTHAT 5 Z ENTE, BIERINOBIEE L
RTHTEULICHEBINTL — P —REARE CHEE 5L TN I EANRE NI,
& 7=, whispering gallery— R TII MK T OERFE N 5 B OB S QESIC HIREH
KRFLTNWDE®D, ZOL—F—FHENRE DB S NZDPART DI 5, M
RFREL < 0D THWERICHEET 259 FOBERIICE>TELTWS &
SN IHE, V=P —RIRLTWBE T ps ORICE=ERE 2B L, @RI
EHELTQEEZEMI VDI ET, L—H—RIENOBMEBREE MR Z &8
RENTz.

NS DRERITX D, MEMAI T2 AWz L —H —F4E T40psBRE DE L A E
DL —H—RENFRETH D Z L 2EBRCHD TRLE. £, ZOE/NIVARE
i, BRARRBECIIFEMEOBELICE > THREDLS ERONE 2D EE
BIT, BROBRNOEIM L5 HRBOBEDHMI L > THEDLH 2B, &0
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DANZALREDTNTND ZENHSNTE T2, EHIT, MR TOHRKIRITELD
EHNRABREORMERAT 2 Z & T, MR X > THE S N7z ERK
EROWTHRTFOL - —RBRABECTDI A F IV AZHIET 5 ENFAETDH
HZEERLESBINSEISICRBESIED I & THRALIE-LHETNA X OB
FANEDRNDHDEEZSNDM, WHLT O L —Y —FiRE ERHE DR, SRE,
EZE AR 2 o 72 H U WICLASAHIEE L THWS Z ETAV RO y VB
MELFRROMPICHRIIDDD LI IND.
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7 BRF-THEAR BEESD MM TOL—Y-RIR

7.1

R DRI T2 ANz L — Y —RBOWZEIL, CNETZORENRYAFL
YIIRPMMAR] E WV 2R T —ME FTHONTE TS, R X — MR FA AW
SNHEHELTL, WHMEEECREBESOFERIZHVWSZ LTI 7O XA —
N1 Z OB T IES R TES 2 &, () CHETAERL —F—BIcBR S
TEREEOEBAZREOBEIENIN &, D2EABE TS, LML, &aF
DHLEEREZEZTZHE, RUR—RZILTLHIREOMEEIIVWAZWY. FE6ETH
Wen—%32B/PMMA RDEE, FIENXBEICDL DA, 200003y b (YD
R U 10Hz TEHRE 30 M EE) 282 5 LHONIARZEDBBIZLDREREDEKTR
BO5ND.

COBRDAREEDOEEIIDONWTIRNIVI MBI THELARSNTETHY, &
REFRFITDIRI I ZOBRICE > GEAEHIFITES Z EHS N> TE-
[4]. RriCHIE, AIEMS UM R NI IR ETEIETHBBRDONLEENEL
KMETHZEMER/ING], O—FI VIR ULBEER—TLENLVY OB
B U AT R I ZATOIIVA L —HF—RIRICONT, ERRIOXLEENRE X
nTnale, 7.

—77, BR RN —THRE U DMK FEERTIHNT, BE OV - FIVIELHE
EINTETWDE]. Vb FIEEIE, 7IVaF 25 2 Si(OR), DMK BRRIEIZ
Ko TLHENT LU B EZERT B HET, KISBFIZV IV H B NWEIT NV OREE &S
DTZDENSHB. VIV - FIEZERTOTOERATHBDT, 400~500K 2# 1
LERMLUTLESBRBEDEES FEIUNIIR—TTBDIEEICED 2 HE
Th5. LML, INEFTO—FIRIIIREDL—F—@HEE R—F LR
B UM TFIESNTWaEN> 7. TOREO—DEL TR, ZhdL—HF—@
ROZ L BHBEHEWBUKIEZED Z E0NRT 5N 5. BRI TEROIRE A%
WEHE DU DZBAENEND T, BUKEOBNERRIMRITFOANEH EEINT
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Cl)Csz
SII— OCQH5
OC,Hs

K71 7xz=I)VNUIZBMFIT5 2 (PTES) DILFHEET.

R—792Z ENRETH - 72[9].

ARETIE, MU ZOHEYE L LTI 22N EEZFOTINIAFIOIT200—D
THH7z=I)V MU T bFT 252 (PTES, ®7.1) 2HWTHEE R —TEREMRLT D
B ZFTV, TOMRTOL —H—FiRL, WA TORBRLNIBOE & 2ED
FTERTD. YNV ATz ZIIVEZBAT S0, WMAFRNEROREE &K%
DENHDIZL, BKEOHKHBENWO—FI D EOBREEHBEICR—T72500
BENWTHB., PUNEBERELEMBFEANWSZLET, RUT—2T MU RAKZL
BB R—TINEBRONZEEEZA LI VDL &AM NDIEN, B
FNEBOBKYE - UK OB & % IR ENS TREZ AL TRIRIC R—7T3%
AIREMEDRT .

7.2 MHEFOER S5
a. YIL - TIEILLPBER-THH BEES U HHBETFOESR

PTES % F /= hif20.3 1« mPA T DEREMALF OEBREREEICHE SN TN S([10].
DHEERBL, L—F—RENTREEEZEZNSNDRER~ 10 u mBEEOBE R—
THEE ERESRMRFOEREZT -7 TOFEIUTORED THD. YUY
ADHFEME L7252 ml DPTESIZAFEELTI0~30mgDU—F 3 > 6 G(Rh6C) %
MATREBERIC, KD EEZIEE S 5720 pH 3 OEBIKEKR32ml 2MZ, iR
T4 L TRIGE® 5. KSR EDE—TERRA L > PaDmEKR s>
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IREOKIBRZ, BE2~3MOT7 BV ARICO- D EF R L%, BHAS
FTOREBHTT 2. 07 P ESTAKBRFICHET BB OMFEHRO L, X
SIZARBKF T2 AMRET 5 L THMATFRICEBE T 527 > Eo 7 2BREL, B
LTBARR-THETIHESNS.

b. FAAMRBRARS MILELVHIEZARS PV

"BONLARR—THR /BERESS U AIMKTE, TFL 7V a—-NVE/RY
DIVI=FIKERFIT B EE, BIIEEINZ R V25 NTHAE AR ML
ERIELZ. TFL2F) a—)VE ) RO DIVI—FIVKIER 2 580K W=D
&, BITRBEICE > THRLIFICKDBENS AR MVZEN DD 2T 570 TH
5. FONTENARBNARY MIVBIOEHEARY MVERTATRY. B &

Absorption ; Fluorescence
AL | ik

Intensity

‘
PR B TS S Y Lo 2 4 3., . .

300 400 500 600 700 800
Wavelength / nm

72 VN TINEZEBZO0-FI26 GR—THE EBESS VU IHK
RLTF DI AIREBINARY MIVBEOEAEZRT R,
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B AR 1T R — 73 72 Rh6G DI AR Y MLOE—713538nmiZH D, HE
ARYZ FIVDOE—213562nm &, T4 J—)VH (TKINE—2 530 nm, #HEE—72 556
nm) IR TENEFND LEREMICT 7 FLTWBER, ART MVBRICKRERE
{A=SZRST VAN

ORI F~D Rh6G R—7BEL, BHELD01~002M EAEDSN, AR
st UIEIE 1009% DIXE TRh6G IR FIIC R— 73N EERL TS, T
L, HREM2TDRN U KT TR, HABDIBUTULA =TI ENT
=9, 7 DIVEEE T APTESZ AW T &I K DAL FROBUKBIRE QBN &
BERBRR-TEZARIILEZDBDEEZILHNS.

$7-, 538 nm O Rh6G DBEAOEIKE &, 506 nm IBNOHE & LTHN S —fk
DR DI 5 oE 3 1 3 B s, “RIKHIL, FBEOTY /) — VS S
AU THo7. —REDERIBEBEORE LD L —F—RRONEE KT I
50, A H RS AR R — 7 I NZRh6GD —BAAD A FRITIFHE & I L XIUIT
MZ5NTHY, R6GCDELINHEBEREL THEEL TSI ERbM Tz,

c. WHRFONESMEIVERK

85 N A S ) DR T ORE & T DA R 5 5120, ¥ EHEE
2EFo 7. M73ICEOEMBEEERT. BN M TORREIAZ I ST
R CTHD, KEAEIBET 1~10 0 mThork. KES 1 mERAS SOOI
kD 10% A FIGBER N5 7. BT OTIRE SR BN, RKISARET 2T
=TI R BB OBMEEICR < KE LTS D, TEOMETFIIBpEE
ARV 5 . B A E ST IR E AT < 72 0 A EICIE < 72
B—%, FAREIZ] L mUFEME RO LMESNAL LS. KEITRIEDHE
FEEDIE, BOBREESBETH .

BR10 L mY T ADKERBRTFERS, & 51ERE LT OLEREMEEHREL
Ll A, MRFRBORE—R#iEERY & BbN B FRAIE AR > ROBERD
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K73 VI-FNViEicEsO0—FI26GFR—TAK EBEESS U DK
KL FONFHEMBEEE.

K74 VI -FNEZEDRENIS mOO—FYI6GR—THAH &
HEE Y kT DR SRS AR,
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HONE. 22T, COBMKTFRBTHEABRNEOLSIKHMEL TRENERND
=, cw 7V L —H— 2 RENE & T 5 EERE R FOCEEME (BioRad MRC-
1000) ZFAWTHIRBEMNEE (N7.4) 2BELIZES, BROSMIEIE—TIER
SHWERICOMLTWDZ ENbMorz, JHUcxl, B w m LT O/ S 7k
FNSITEFEEOE—RAENE SN, BMEHRITORED AN ZAALIZDNT
R <Moo TN, 25 OBEKEENS, KEI0 L mY T ADKE AT
NS MR T RE AR LAEEFVEFZ S THREINEZDDOTHD, TODHIZ
AR DROPNFEENRN DD EHESND.

7.3 L—Y—-RIEADARSI bV

% R—TaH EERES D IR T 5 ORIEOBIER, 611K L /ZSAMS
I AFAEFEIRLHOEANE. K61 B3, BEXAREELT, IR
YAG L—H—0/RbDIZ, F/BYAGL—T—2ANEIETHD. 0K,
LRSIV AD VAR 5ns TH D, RORLUEHREII4HZ THS.

K751, Bifk6 um, EFEEEO0041MODRGG R—THH EEESRT UM
RIS DREHDARY MIVERT. ZOARY MVZEIHFTATA RAS A EIZ
DEE BB TICONT, FOBREMOOREXZHELZbDOTHS. H750EN
FDOE— 275 BREAREIL 1.5 m] an? pulse! TH D, FNH D E— T ITHIG
T 2 FEYEAREEIE 5.9 m]-cm? pulse! TH B, BB, K7.5 OHEBIIIFEHE TH S0,
580 i I EATRIE 2 FD 7 01— RAAMEANRY VA 2 DOREEERE TOT —
Y TERDEDIICAT =N EESTHD. ENEHEIIRED & Z13598 nmiTHFH W E—
IM1EARSNBETTHED, BHEARENEZDLE, 609nmiZHH D 1 AFFHN
E— o NBEND. FENRENEINT S E, INHOE— ORNBEITHEIEHREIT
TagIcEmL, MATFRETL — P —RENEE TSI LERLTNS.
DRI FIZDONWT, BRI FOEITERZE 1.4 ERE L T 6.1 215 whispering gallery £—
RORUE— RABEOHRERBEHETSE 4nm &85, ZHU, K75 ORIk
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Emission Intensity

T et peep—p
570 580 590 600 610 620 630

Wavelength / nm

K75 VI-ZIIEICEBO0—-FI26GR—THEEREST Y M
KT (RIE6 um) NSDREIRY M. GHEHIREE () 5.9 m]-
cm?-pulse?, (b) 1.5 mJ-cm?-pulse’.

 E—JROEEMB I mEDBHOLREDTIEH 2D, BHRROKMEBOREN X &
ZADE, BIE—HLTNWBRLERZIENTES.

B75DL—F—FBHEDZARY MV TIR 1~ 2EDHEE— RBESNBFITT, 6
~ 8 A DE— RHVERFRITIES RhB/PMMA KL F D L —H —FIEH AR ML (K
6.3) LII—RARLZ->TRAS. LHL, %6 ZETHZRIB/PMMA A FIcHBNT
B, AENWNIKBBIZONTHBEL THBE— ROKENRD L, BiR10 u mBED
BOTHEKNTESTRLONIZLIRI~2KDE—RDABRSNB I ENHB. ZDh
BOEVWZEDERE— REEOBWE, HETAr— U7 ENEMEFORET
BEVAZANIA=F —x(x=2nr/A; rWRITFOEE, L WAFHOKE) EILiE
T—RFOQEDBIRTHATES. Mie EBRICEDWEEIEICLD &, 1 AN
TA—T —xDNIBFRTOE—ROQMEIZTIFEREL 2L, x0T BiI2DN
TRERQMEZEFF ST RBENBZ ENHENTNB[11]. BIG, REIVNEIL 2
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BZETQEIMETL, AU L —Y—FETRIRFERE— ROFKENBDTEHHD
EHATES. ZOZ &IN5 THEEEEEZ LT TL—Y—Flis2@EnctEs L,
2ARHORKFEE— RBBENTNEZEEHMNET 5. £/, RIRE—RFOQE, L—
P —FIEH OB E (A = 593 nm) EFHE(AL= 0.4 nm) B L Q = 1/AL DEIFRIZ A INT,
15X 10 ERES SN/, HL, 0.4 nm ORIBIZANESHEOIHRERLIFALCTHD,
HEOBIEIZ D> ENWTREERDH D720, EBROQMEIF 15 X 10 LEEZEZEND.

RIRDRIEBMEIFITONTHRERIT oA, THEV/AEIR1~3 1 m ORI
ORI FTIERT7.5 & F UREBRE TR L —¥—RIRIBR =N T, & 5 IThELHE
Ex LTS EMEFEODONT T L—2a k0@ liz. 2, NE7RE
DOBRIFIIR ZIRIB DD DITLNQEMNEL, BRI TR —F—FIFITET S
X 0B EICHERENRT TL—a COBMBEICELZREDEEZLONDS. Tk, 2=
SHTIE, BRI FE L —Y—HiE L RE TKR TOBRIBRAALY, FiEtsaE
EEEF2EL—F—RELDBERT T —a Tk 2aHMEAS Nz FU
BRBED L OCRBROPMMAMK TOBE LIZRAD, ZOHFHE ERESHAT T
WA TL—Y—RENER I NN ENS, BED EMBITFOQMEMNR UKL
B O PMMA Bb FIZ EREVWD TRWHN EEZ 5ND. TORKEELT, 104 m”
5 2 DRIBDOBEIFIC RS N AR > DIRONEBEEIC LD HAHEOHMAE A 5N
3. &%, RBROEEE EHIC, NEBAE—LRMKTE2ERT D Z ENVERERE
&3 MBI TF 2 WM RBIRER S U TRIAT 5 L TEERRELEZ A 5N S.

74 E£&8

AZ I3, PTES 2 HHRWE & L= Rh6G R—TERA K, BHEES ) HHALT O
VI FIVEEIC X BERLE, FRICE > THESNZRIRER6 1 m DRI TZANZL—
F—HFICDODNTRR.

L— P —RIBH AR AT N — TR T 2 EE T 57201213, TOMmRERERO
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AL, P2 EB5umP LORRZFDOE—RREMK T OEBEPBETHD. T
D36, FFZXL—T—FFOMM, BEIHRBOBROET (QEDML) 1T
BRLTWS. AEEREEBEIC UMK TFICR—T7SE5720IE, YUIY
NU 27 ZOEAME - BAKEORIEASBEE LS. SE, 7z EEEFDPTESE U
MR FEROHFEYE & U THRITREOBUKEEZED S Z EIck D, LEREBIUK
PEDEWRWGG & OBFIE DO L 2B, ZOHR, HREMEZTHRW U A
FTIREABD 1% U F UMK TFRICR—TTH5ZENTERNOTZDITHL,
PTESZAWNS Z & T, IFIF100%DINE TAREMPITFRIC R —TT5Z ENTEL.
F77, BATHRBILARY MVORIRN S, BEHEEORRE &725Rh6CD_EE D4
BRIz Ly ) —)VERF EFRBETHD, DFL NIV TRERODBBFEE—THLH T
EMFREINE., ZHTHL, 10 umZ FTADWRFTIRIA 7O A— RIS TTT
A7 OA—=RVAT—=)VORNETEEDN D 2 Z LEAVEFBEMBHRRICI > Thho 7.
51T, TONEEEICL D EE 2 5N B RE— ARSI OFEEN W EERME IR
DBENSHASNITE - T,

RIR6 um DA ERESS ) IR TIZOWT, HES532mm, /VVAIESns D
YAGL—H'— OB B EANT, ZETICBIT DMK TN 5 OFAEDARY ML
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