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Chapter 1

i3

HEMSSFCIIRAREE S D, Z0EEEZX LIZRT. Zhoidning «
BETRERTH D, —RICAMES FIIEROBTHIEE L 5728, BEYSELTS
FOBXKGEHER 10 Sem BB L /NI {ERAETH . L LETZEERD DIV
BFHERICED F—EU/2IZLTTL, BREEED 102Scm™ 1 LEAL, &
CAREDESRGEM 2RI TS, Shirakawa SICL D RY PEFL > (K 1(a)) HE
DEBEDRR[1, 2] &L R—EL T L 2BKBEEED LR [3, 4 »¥, 1970 FERICHR
HINTLR, EMAYEZE, HaLE, ARAELE, MRRIZEREOSHT, SED
HBMWESTFICOWTRA BRIIEIMTOITEZ [5, 6].

F)FA7z> (R 1d) BBV 7EFL Y (K 1(a)) EEERIC, F—EVTIZLD
BRCEHEMERTIILPHMLNTHED, MEOBEDRHHMIIAE{ERS. R
DT7EeFL VBB L ZERAOMNELE R L CHEBEIELET, 28OS
D550, EREXEINS. ZHICH LR 7T L L LUANOESFILIRE
E2EH, BEGLERSOMERZRMT 5L, BENAERIEPSF ) 1 FRIC
69 %. EROBEIL DV RERFERIEDOALRDD, hHIFIEERAL X
Ehsd. R)VFZ 7z OHE K=V MNIBFRBRTH D, BRGEHEDHAT
30, BAFHELEICERLUER—SOY (SUANVAFIY) HBWINSLR—510
Y (PAFA V)Y, BRIBARL - CRASFH LB I UVES FEMEBE T 52T
H5. =20 BLUNA A= 0V IESFHELICAFRBEDEAZ LR ST
BT 20, BEEREL Xidha. chsoR#MER 1TRT.

INETHE, FEBYPIREDRIFAT7 2 VHPICERT ZDIIP—Z 0 TR
NAR=ZBreaNTERD, TOERRBIUL2DH 5. 5B 1 ORUIEFR
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Al SHEZ

WA ~_Y MVORIESERTH 5. Kaneto 5 [7] BLU Chung 5 [8] 1k, K—7 LR
DFA7 = DBEBFRINARY MVERIEL, 2D/ RENLHR—50 ERT
2 BEEM I OBRBICIRE Uiz, 5 2 ORIUL ESR ORIERFRTHS. Sun 5 [9] &
R=7UkR) (3 —AFNVFAT7 ) IZDNWT, Chen 5 [10] B LT Kaneto 5 [7]
XK= UERYF 2472 IZD0WT ESR 2RIE L. ESR DIESHHEHETH
Zehs, AV BHOR—ZOLTIIRL, RBVESERVWIIFR—Z0Y (K1
SH) BER LTS LERUTE.

ZHhICHL, R=7UERIFZ7 U IIBIT5R—5 00 OEEZRT RV
THiTbhiz. Yokonuma SiE, R—7 LRV FAT7 = ICDONWTEFRINARY
MUBEUS Y RY MVEREEL, H—5 0 OFEER Lk [11]. Furukewa i
CDREEROBZE LT, N R—50VHORE R IZBEFARY NVORE
DX fE#%#$5H L, FBC (Fesser-Bishop-Campbell) €7 )V [12] IZd & DN TH =7
BEBRELE. ZOREBICENE, R—=7UERVFL7 2 VIZEET HDER—7
OV CH5. 2B, Shimoi 5D PPP (Pariser-Parr-Pople) 7 WVIZ X 2 ETEDER
X DRBE R L= [15, 16]. £7=, Hill 5 [17, 18, 19], Bauerle 5 [20, 21] i%, &
FIRZ Y NV, Y4 2w 2RV A M) —, ESR R EDEERERDPS, F4
Z7xoAVIR—DIVHhIVAF AV FED2BIET A RRL, HizRBRERE
L. COfERIZENIE, N1 BR—Z0 GHORIlE %% ESR OMFHRESDRR
&, N R—=70 TR, RRI3B40FHLCHFEET S 2HDR—Z0  Bd
WA ZHRSICLT 2 LAEZLICH D, Yassar 5 [22, 23], Hapiot 5 [24]
HIFFEHOREICE Y, FAT7 2o AV ITv—DS P HINVAF 4 LHED 2 B2
&1, Miller 5 [25] X 3DFULED T P hIVhF 4 L REDGEERE L.

ZDEIWZLT, R=7 LR F47 =V IEET BEMERZ NN R—Z0>
ETBHDIED, R—Z0 T, HEDOR—T0 e T 5HPREBINE.
COXD BFEMROEELAEITUT, BEBEIC F—7UER)FZF7 =2 O M
DEI N, EEMOBIRIERI3IoH B, B LIIFIERHE AT MVORIE
THh, THX Kaneto 5 [T ICK b IRES N, 5 213 Pauli BN (REIREL
ROELER) DRIETH D, Thid Kaneto 5 [7], Chen 5 [10], Mizoguchi 5 [26],
Moraes 5 [27] IZ & b hiz. & 3IIMONEEIC AT 2HBREOAETH D, &
Hid Kaneto & [7], Kobayashi 5 [28], Masubuchi 5 [29, 31] iC X W REShiz.

R=TUERVFAE 7 DORBEHIXZ DL IES {BESIN TN 5D, SERE
ICBIT ZEERREOES, BIUEBLORBHEITES PIZIN TV, Kaneto
5 [7], Chung 5 [8], Chen 5 [10] i3/34 R—> 0V DFE L REEDOREBREZME L
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EEMESFRY) F 4 7 2 OEE L Wk

7=. LU, £BREICRIT S F—/32 MEEMEE (15 mol%-20 mol% M L) &, /N
AR—2 0 HBEET S R—3 MEEEEL D bS5 ICEEEAICH Y, SBIRE
TONA =S50 OFEEIHERINTHRN. /2, Yokonuma SiFH—Z020
FEERE Uk (1) 25, HBOSEMZFHEL TWankzd, EBRETOR—-10
VOBEEBRERIN TRV, LEDS>TIORMIESERECH D, F—EL Y
(BML) DEATICE D E—S O U BNLR—S OB T 2 EEM S H 5.

CDEIIZ =T LRI FA7 = EREOFRIFHEBIIRFHETH D, FFFED
HOECNZRBHETZILIZHD. BRBRVFZ 72 0DF P, R)7EFL Y (K
1(a)), RV ET—)V (K 1(c)) ICDWTHRBMUEDRESNTND D, FIFFTIIEER
WCHE>TH2E WMV IBWDEZRA) FA 7 = BHFENRITEARE. EHEIAR
HFRICBNT, $BERZTRT F—=7 LR F4 7 = VIZBWCREMEES OE
EREL, SBEMOEEISEREEBOR—> 0 U RFREEICH D LERLE. O
WCK D, TNFETERNCEHMES W TW = BERE  SBEEPR—WICHBESh, &
B OFRITMIEDE S iz I h =,

X = AREEROYIME D RBRE 2 & SRR 5 2D L S A, o HEEE
ICDOVWTREEZ fThbh T3, BEMRESTICOVWTUNZ LA TR TR,

LU, AAEOHEZHT 5. Masubuchi 5i&3# (ClO; 2 R—7 LRV F4
7xV)2ERL, ZOBSEBLIURABREZAE ULER, AP 3B KLULTE
BHEZR U, 35 K AT THRRICERL T2 b o7z [29, 30, ZOLD 29k
ZaHE U 7zE5RHI DWW, EHIL, BEMRCESOBEEZRET2EHNTIT VR
R MVERE U, (58 28) BAINIZIZ 7T K IZBI2HBD S v AxY MVEfR
LT, F—7ULERUF47 = OSBEOREIMERERON—3 0 P
CHDEIR LT, EE LT, SYUARY MOEREREESERLE. (B
3E) Tz, WK IZBIFZHABHDSIT U AR MRS ISR - HBAEFBORIR
BREERLE (B 4). RBEIKHRTHEOSNEFZRAREZELD (B 55), &
BUBBEL INBRICONVTER L (5 65).
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RY)7=) .

#£1 F=7ULER)FA7 = ICBIT5BEE

JRTERHAR D # 5 B A ETH
=20 N VANVAFZY) +e +1/2
NAR=5 0 (THRFF V) +2e 0
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Chapter 2

eSS

2.1 iHH

B DOEB L UYMHRIEIL, PRRFETZHIREROEN, BELICXDIT
bhi= (29, 30). UTICZOMEEIET. BRESE (32, 33] ICXL D ClO; 2 +aER
BIZR—=TUERVFZ72VBLUPRY) B —AFNFZFT7x) ZEHL, Voltage-
Shorted-Compaction (VSC) HEIC K W SR LEM (BED7 1)V A, ES #10um)
DBSIEFIEHZE L. VSC #Tid, FRHIER—X M 28A LERET, EE0D 4
WAL ERICER, BEZ2ZhZ2hERS 2ABTHAEL, 20 5EBRIENZ
BHIT 5 (34]. BHFHREICEE LIZEBDESE (compaction) IZ& D, BATHEDE
BENREBREE —IhIPESFTEEDERIEEEICEZ 2XER, o FHAOE
JUBEL D LIEUIEREW—E, EIRONZIRB2MN L TIBERGHICESHEZ
bhd. LENV->THEINIEER, ERIENORESVWESTFHEZERL, &5
FEHA LT (short) LIzEEKEIREDEE (voltage) £725 (X 28H). Chick
HR, HESINAETUIESFLEORSYOEGIL R DD, B FOETOREE
BAMEDIRE DB PITRE VD, REMOBAOREIREN 2 HHFOREKE
MEARLUTLIN. ZDLII, EHOHEMETIRR S, BERFEPRERRELK
Z2YHDODHVSC EORBTH 5. B, BB LVESEFIORIEICBIT S —EDE
FEXESPOBRRICL2HROM F— 72 < 728, BRARBHEKTHEWNET7NV
TV ARFHESTTITo/k. B 3IC VSC IEIC & 0 HIE L= BXURFDRERAML 271
9. Z CCRENSIENRE 2, HEhidEFERo 280 K TOEHUCHT HLE2EKT (W
THhHNBRT). COBRPSRDZ b7,

(1) ClIO;Z K—7UR)FA 7z id 300K 5 35 KDET, BEDCRTLLY
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Al B

ICBSIETORD LEBEM 21T, £/ 35 KT CigEM 2R,

(2) ClO;Z R—=T7LJzhY) B —AFNFAZ 7)) id4K D5 300 K DT, &E
DETLLBHIIBSIENPIHL LEBM2TT. £z, ZOFHBHMEERT THiE&E
ZRI L.

MVERIZE L. LUF, ZOHEE2HET 5 GERICIE, BRESICEIDARLET «
WAD S Hb—EILBEZEIOEEICHAN, EPOWHMNIEES (S LEHTFIZAT TN
FIZHALER, VAT MVOBEIZIZAWE).

BB, ER—IPZRHETITEEO4EFEZHEY, 280 K 5 4 K O#HHET
GEEEZAETI L, CEEIEEL IR L, FEENRREREEEZTUE.
Z OEFHOFRRIIHEOEBNLRESEEICH 5 [29, 30]. F/=, HABREOREERD
5y BB LVERRE - MRAEEORRND» o7z [29).

2.2 SNUONIRAT LA

FTIVUBELICDOWTCEHIT 5. AFICIREE vO L ——HE BN LaF 2l
L, TSR v—mmDOAEPBREIND. ThABITUHELETHD,
I TFROEEDIRI (7 M) THB. HLBRIREDE— FIHIGT 584~
2 g BREURBRBEIT VAR MVTEHD. T FHEIIEEOREICET
BEREESZ /AT, BERAECBVT X #4558, NMR, ESR R EDHEEER
9 5.

T VARY MVDBIEY ZAT M, SBRORRE L7 B L —'—, T U EELEE
R LIS 2720047688, BELCOBREER» 525, ZOMEEZK 4,X 5
ICRY . BFRZBKRCIO;D K= Iz L hESFHAICERT 2DIE, R—JoY
(SYANVAFAY) BBV NI BE—=50Y (VhFA4Y)ThHh, TO—HICEED
D FEEDEAZ BRI T2 080H 5. ZOEOREENEICIE, AIEXDIED,
EARANTR ERRR TRFERD L — T —HZ Wz ZOBE, FERRICE U T, &ED
R, HRHEBEAWE. ZONRER 2T, FIEMHICHEE 458 nm, 488 nm,
515 nm, 633 nm, 753 nm O L —P—HEHWEZRRCIE, Bt LERT 55 HICH
ﬂbt%&%ﬁ‘m/ PRICEDEHL (X 4), FHEHICHKE 1064 nm O L —F—X=H
WRRICIE, BB AICHBEL LY RN U (K 5). REMHICHKE 753 nm
DL —YP—3 GEFRIE) ZHWEETIE, BIREY, BELYCOMEDRIRIC X 2FE
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EEWESTR)FL 7 = OEELYH

MREER7=8, IR detection card (Eastman Kodak CAT 192 1704) B LU IR viewer
(EMO-ELEKTRONIK GMBH D2150 BUXTEHUDE) % f\\/z.

S5, V=PRIl X 2HNOEEDHIEB L UHMOREFED DI, Bk
BFREHI A A RAF Y I (Oxford DN1754), ENY D LI A FXF v b (Oxford
CF1104) ZHW=. BIEICHZD, L—YP—HDOBRUBEDEI L4MHEBDIX Y v b
DEIEZAZT=. FHCpEEES 753 nm & § 5FICIE, LTORAICERLUE.

(1) Hpld o DEFZHILEE, 7714 RX% v NOSBRERIIRS UTHNENT
BHERD ., RNOREEE/NZ L, BENDIUEAZRELLDL YD, L—T—
HOBRUBEDORIEI A FT AT Y NOBORLDEXLZFAZ .
(2) CORETHRNDFET BRRICIE, TOREBENSLTERED, EXL VXD
BIBEOME, BLUTLAV—hy b7 4 V¥ —DAE 2+ E L.

SN —Z B THOE
(BETET) (EETET)
2 VSCHEIZL BRI HIEO#ERAX.
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SR S R SPLIEFUL ILE COCIMTIN IR SRR e 4 R 0 B 8 REEIEING Sua |

. ¥ LR R AL

: 1

R SNE AR LS 211 RN

T T YT
.- o @ .:.- . O Kl - . " " ..
l. _.‘ _L l,lj-j'l_" BTN .. ,' ot el .

LR AL
Ty iaaal

0.001 by e % 5t
1 10 10 400

T (/K)

Bl 3 VSC I & 5 BRIEF DR BRI 1SR 29,30] ).
HeEl i3 &R D280 KCOIEHBITHT T 2 1, BT HEHE
WD SR,

(@ :CIO0y " TR—=TLARY)FF T2V,

(b) 1ClI04 " TF—=TLARYB—RXFNEFT )

(c) . %R
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HEWESFR) 547 = v OE LYK

4 FRVARY PIVHIEEEDOEAX.
ek 458 nm ,488 nm, 515 nm, 633 nm, 753 nm .

L VX

5 IV ARY MIVHIEEEDOEX.
e E 1064 nm .
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fls SBEZ

£2 IV AT LADOEE

AL & L —P— tER Bitigs
458 nm Art L —H—
488 nm (NEC GLG-3300) Y 7)) Intensifier
515 nm i R/As! Photo Diode
A —A — Array (EG&G
633 nm He-Ne L — H— (SPEX 1877) PARC 1421
(NEC GLG-108) OMA)
Art L —H— TN Charge Coupled
(Coherent Innova 90) Ry o Device (Princeton
753 nm il A—5— ~ Instruments
Ti: sapphire L —%'—  (SPEX 270M) LN/CCD-1024 )
(Coherent 890)
“ 7= VIR Gans
1064 nm Nd-YAG L —H'— z "7:/53\% (Electro-Optical
(CVI YAGMAX C-92) Szt Systems InGaAs)

(JEOL JIR-5500)
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Chapter 3

ﬂfL)3:2Ti7:::/G)\,EEﬂ£

KBTI, 77K IIBIFZEH (ClO; 2 R—7ULER)FA 7)) DI ARY
MVEBMT LT, F—7ULER)FI 7z 0&EMOREISEREHOR—>0 Y
BAEBEIIHDILBIRUE. ML LT, IV ARY MVORRREREEDEE
L=

3.1 ZFEHEORIFNE

3.1.1 FEERER

X 6(c),(d) iZ ClO; 2 R—=7ULERVFZT 72 oDT7 0 ARY MV (iR Z
N2 753 nm, 1064 nm, FEREIIV 14X v bDOAY FORE) 277, &
POEEES 120, MEBERI A Ay v b2EN, L—Y—-NU—-ZZh=2
N 183 mW, 16 mW & L7z, iz, 7744 RY v MADRBDEY b7y 7, 2
K[UFTH 10 2T o 1= (BB OB K —7 25 < 1= DI TEMSEK T TIT5 2
EDDZELWE, FFEHIZEEF Ty b7y 7L THHERBRICEEDRNI &
DHER I hiz).

X 6(a),(b) IZZFNZNT A7 =¥ 6 BRIKDS S HNATFF Y, ShFA4 v (BHEP)
DAY MV [11] T, BEREEINITNDS 300 K, FHERRIEZVWITNS 781 nm TH
5. INHDEEREE, ZhZ2R R—7LER)FA 720 OR—=70FT), /N
A B=50VEFNERS. LEH>T, ®6(c),(d) 2K 6(a),(b) LB sZ iz
XD, BATHOSFHEED, SVNMNVAFAUEDIWEI hFA U BOSTFIEE
DEBLITIENWDPHHEHIETS. UTOZERTIE, ZOHRR»SABOS FHEEZRE
LU, EEMORFEPZ DS FHEEICHZ I LEZHES P LE.
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Al BE

3.1.2 EE
ARY NIV DFRAT

R=TVERVFZT722DARY MV, K 6(c),(d) IZ ClO7 i, A—Z0O ET
WDRARY MV 6(a) LIZIEE UBIEZTRL, N R—=50EF)IWVDARY MUK
6(b) L Eix 2B ERYT. BAERIZIZX 6(a) £ 6(c) ICBNWT, ROV ROFHE
L UHAREILZNZZIE—BT 5. DFD, (a) D 1483 cm™1 & (c) D 1484 cm ™1,
(a) D 1440 cm~1 & (c) D 1424 cm™, (a) D 1356 cm™1 & (c) D 1353 cm ™, (a) D 1235
em™1 & (c) D 1210 ecm™?, (a) D 1161 cm™1 & (c) D 1158 cm™, (a) D 1066 cm™ & (c)
D 1053 cm™! THB. F/z, X 6(a) &X 6(d) Tik, IROKD W=D, DFD, (a) D
1440 cm~1 & (c) D 1435 cm™?, (a) D 1235 cm™1 & (c) D 1221 ecm™?, (a) D 1161 cm™!
& (c) D 1147 em™!, (a) D 1066 cm~1 & (c) D 1057 cm™! THS. THIIXFL, X 6(b)
IR 3ORBDH . DED, 1450 cm MR CILEEEIC D72 D 8RN FE
ZIRY T &, 1355 cm™ 1D/ RDPSRER@EZH DI L, 1223 cm™, 1149 cm ™D
N RDPOTHD 1083 em ™' DN RE D RERBEZIDIETHS. LAL, K
6(2), [ 6(c), X 6(d) DNTHICH D 3 DDMERIIZR ShRL.

R—5018RF

ULEDHERDPS, PAFZ BB LS FEETERL, SYANVITFZT HE
WML FREEDS R—7 LR F A 7o ACHEET A EDHBELE. 35612
COFRMBPEEMEERTIL (B 21H5K) 25K T L, EBMERTF—7LE
RY)FZT7 2, F—o20UDBEETHeDbhrolz.

SEMELR—->0 OBERIIR—-ZO0UBFICEVEHEINS. R—>0 8F
[40, 41 i F—7' LRI 7L F L OB ZRBAT 5728, Kivelson S5H4RIEL
EHETH DD, EEMRSTFCOFEEDPEIES NMIZRN. R—5 D0 & FOR
BICAWSLNEET VK, BF - RTHEIEAZER L SSH £7 )V [43] KB FH
MEERAZEDWNTHRLEDBDTHS. HifL725 SSH (Su-Shrieffer-Heeger) €
TVE, R=7UkR)7LF L o OBEMEZHHET 2PENETINVTH LD, K
EHIZIX Hiickel 3 (IL2HEFNV) LRAUTHS. B, F—=7TLER)7EFL Y
DBEEEHRET2ETINVICIE, F—F 0B FDIED Mele S5DEF)V [42] R ED
H5.

B 7 TEEOEANERYT. T TEEREOEEL2L 5 R)FF 72V,
F—ELTILD (1EF) Bbah 3 LBAMICEAI T/ 1 FEORE (K7 ()
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EEWESTFR)F 472 v olE LYk

—Z DL DA T ACITHESIHEEERIT, BEERICIIRSARY, FEESTOR
BTHd2—%2Lb INDBR—FOUDEETHIEEDOHFHEETH D, ERICIIE
BOEMAL, BEXTCRULEBELDIBICRERE»DZED (M7 (a)). K=
¥ MEEMNNSIWE IR0 OBHBDRNWEYD, BiET 2 —-o 0 U EICHEE
ERIEFEE LRV, L L, F—/5y MNEEDIAE 2B ER—-SarOBstEmL,
BT 2R —o 0V OBEEADLENODBERDZHDLIIIRE. COLIIIEH
DOR—Z 0 BESFHETHRIRICHRE U ECHEER LT 5#EE, T—
ZDURTFHEE L X5,

COEIBAFHBEDEMNMIILHR>THOEDLNIEFHREDOELEZK 8IZRT.
F—¥ 2 VI & D BREHEEDEADPERT 2 &, CEFNORKZTE, MiETH
HNORERGHED /N R ¥y TRICBEI L, 2 DOREMREMNITERIND. £
DR, #E 1 ETFRGICK b B30 =808 (K 8(a) ICELTS. Thd 1
DOR—ZDUDBELETILEDEFHETHD. ZOLIWERIE, SSH EF )V [43]
THIRR (R 7EF L ) IZDWT, SSH €7V &H4E L7z BK (Brazovskii-Kirova)
EF)V [44] THEHEER (B 7 F L VLU OEEERDT) IDOWT, ThZHhRIE
Shiz. DECHEETS 2loFR—F 0 ALOMEERZTRNETFZ 1 HSTHuE
(X 8(a)) D—FADRE, MMABTRENLT S (X 8(b). Zhik, HFHLERERICBIT
LEEMHE, REAHTEDEREFERDOAN=IXLIZLS. ZHOR—->0
OHEERBERRICER T 5 L, REIIERTH/ Y FERIH (K 8(c)), D
RN RBEEEORIRE 25,

ZDXSIZ, R—Z 0 OHEHADHEERICERT 2R —7 0 U4&FH, F—7L
ERVFZ7 2 O&EMERET S EHHELIICRo =, TOMAIX, BRice
EF>TWeR—5 0 RFOEES, IUDTEIE LR TRERE®KEZD D, &
52, BRERF—EVIRIBNTHINAR—200TldR<, B—50 0 PREIC
FHETHZehbdrofz. Shimoi SIFIEHEERICDOWT, BFHMEEEHEZER L
PPP €7 )V (Pariser-Parr-Pople) ZFHWTEIR L, F—E2J (BML) OETICKD
R—=Z T U DBNAR—=5 0 VICEALT B AR 28R Uz (16, 45]). LD ULAHAZRORE
R, F=TULiERVFZ7zIIBNT, BRI N IHAEERERTIE,
DEIBREMFRI SRV Ehbh o, 28, BRE+OBEEIC R—73NhT
B (58 2.1H28H), F—/32 MEE 25 mol%-30 mol% & FREINh3S.
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Flg BE

R—5 0 A& FUNDETIL

INETOERTRIR—Z 0 U TFOFEERFEIEL, R—J0 & FHBRK—T7LJ=
R)FA7 2 OEBEHORFEE XD LEHHLE. TR, R—3 10U E&FL
ADEFIVTC R=7 LRV F 47 =0 OE&BEHEZHET2HADITORTVWS. L
T, INLDETNER—SOURFEHBUTEETS. Ihsi@3N IR—Z0r
DELEZIELTED, R—=50 PBEET 3 LWV RIFRDOERERITFEL T
5L, HAETHIICLEED, ERNICHEES N TVR.

R=7UlRVF24 7 =0 OEEERRDOETIVE LT, N H—510 UK [46),
BLUNAR—=5 007525 —[47, 48] D 2 DWRIBEhTH Y, K IZZOHT%E
BRNTTRT. 9, N R—=F 0 8F (K 9(a) ICOWTEHHT S, N F—F 1
U IO L EFNY RXF vy THIC 2 DOEEDELET SD. N1 Hh—>0 0D
DEINT % & 2 DDZEHLED 2 DD RIZERE L (2 OEHMNIF— 0 BT DR
CLEBETH D), N A= 0UBFEERTZ L, BONY FO—FLfEFEH1
DO/ KRBT S (X 9(a) Hif). Brédas 5K EO—)b (K 1(c), RV
FA7 = DRBRFEERFFTERLEZDHD) ICDNWTI DL S RE(LDOHEM 2
R Uz [46] 728, HYFA T 2 U l00WTH EROTEEENFRI =D, 0L
S REALIZ L BETH/ N FOREDPEIEIC L VRIS NEFIZ, WThOBSHE
ZELUR. EBR, Lavarda SILIE Hiickel 32 AW, NA A—Z 0 U F2KEL T
F=TURRVFZ7 DN FEHEERITOEER, BEE R—ETRTH /I
RE¥vw THEEL, ERME/N RBERINRWT & 2i#FE L7z [48]. 723$, Brédas
513 T, F4 7Y 6 BEDA Y I —%EF)VIZ VEH (Valence-Effective-
Hamiltonian) 3&IC K 5/3 RETEZIT o7z [49]. TOFBRICINL, F—/32 MEE
DML B> TN R—=Z 0 U BFFR—-5 0 B FIEL, F—0 8+
WCBIFBERHN Y RPSEE2RIRT . Brédas SOUPIDOFEEERS ZDEE
X, =20 URFPSEMZRBRT VWS RAKLOHERES DN, F—EY
7 (Bb) DEATIC L Birn 2 i A2 H 1 lif A VBT 2EADNTERTH .

DEEINAR=Z0 75257 — (K 9(b)) IZDWTEHITS. Kundu 5 [47],
Lavarda 5 [48] IX#L5R Hiickel ¥ZHWT, N R—Z 0V PHEHD LIZ/AELER
DVFZ7 2Dy REFEZITHD, EERIhZERE N N (K 9(b) Alk) 2B
DREIRE U=, TOEFH/NY Fid, K 9(a) AHRISRLUEDDLEMTHZ. LIL
CDETFIIZIIREN 2DOHB. F1X, NMA—=Z0 7RI —BFELTNS
RTHb. N HR—=Z 0 TILEELE 2 DDERDKEBELET 5128, /3 F—
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EWEWESTR)F4 7 2 OfEE LW

STV SRY—TRIDREOMENE SITKELRD, FEBEOEAHAE L
DI LDBFHEING. B—FOUKRTFICBIT 2BHOKHE, HE0EAL, WIh
YNAR—=Z0 07T RF—LbhaneFRaIN. F2iX, ¥RHE/ N FOET
HB. IO RGBT AMEFED SBFERELERELTEY, F—E
LTI L BBFREO TN E—DEH WSS & 2 IS EMER B LE L
E_LRUEELD. BEMESTCR, &% - Zick hEFEEDHEOR
EPOLRELSET 2D, TOXIRERHNY FORREDDTREARTHS.

ZDESINA B=SOURTE, N E—50Y 7 5RY—REDEFIICIER+
SREDBH DS X, RIS ¥ o= FbhThian. BRETORE, >~
U ANDERRERD S H—5 0 R FERE U AIROBIRICLD, ThHDET
NEEEENT.

3.2 [FhETRRIKTFE

3.2.1 EEER

2 3.1.2METCIE, ClO; 2 R—7L7=zRVFF 72> DI ART MVD S5, i
#CP R 753 nm, 1064 nm DAY MV (K 6(c),(d)) »E5HR—F 0 DFEEZFREEL
7. IHIZZ TR, I OREREE (515 nm, 633nm) D> AT MLddhbi
T, ClO;Z R—=7ULERIFZTT72oDF L AT MVOFREEREN (REE
B 77 K) 2K 1012579 (K 10(c),(d) 1ZX 6(c),(d) LE—T» 3).

COWRERDPSRD2DODZ &hbh o=, 8 112, 633 nm FIRED AT MV (K
10(b)) i&, 753 nm 2 (X 10(c)), 1064 nm FHED R )V (K 10(d)) &IFIER—
THD. H21T, 515 nm FIED AT M)V (K 10(a)) (&, #WR K—7UkR) F4
7z THBIEPIDLLT, FER)FE 7 = DRRY M)V (35, 36, 37, 38] LiE
FR—TH 5. BEMIZIE, 515 nm FHREDZ<Z MV (K 10(a)) Tik, 1219 cm™,
1154 cm™D/NY FOEED, 1048 cm 1D/ RDFEEIZ K HRT/NMEI N, TD2D
DFRBIZONWT, FRZZER L.

3.2.2 EE

FRVARY P NVDZ DL REEBKREEEZERT2ICHZ>T, ik (Clo;
R=7ULERVFZFT7 V) DBFRNZARY NVHBERELRZD, KR THWE
ARDOEZ I 10um TH Y (B 2.1H18H), EFRRARY MVOBREXTAHET
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Holz. ZFOEHIITIEBF[ 2 R—7ULERIVFZ7 2 (K= MEETH) ©
BFIRINZARZ PV (K 11)[11] 2, ABOBEFRIRZARY bVvoREE L. K 11
WCBWTERHITRINBBEFI T AT MVORRRKEERZE L, DN B
WAL TWA. X 1103 ROIFEZK 8(c) ICRT. ZHUX Furukawa IZ X B )7/E
(13, 14] LERETH D, 0.73 eV, 1.68 eV DNV RiZ, B—F 0 UEFITRA T /HE
BAIHDER U BRI MIG L, 2.64 eV DNV R, BEEMDEREBR LRN/N Y
¥ vy Z7HOBBICNET 3.

CORBIZED T AT MVOEHEBARFEEDHIITCE 3. 1064 nm IZFE
HEMIHBIR U7z 0.73 eV OIRIHEAICH D, 1064 nm DRIEEFEIE Z DRI HIS T 5
STUARY MVEEZ B8, 1064 nm FRED X< MV (K 10(d)) iKidR—>10
Y EE DEEDEADERINI KX =, 7= 753 nm, 633 nm EEEMHEHR
L7= 1.68 eV DOIRIENIZH 578, 753 nm, 633 nm FHED XY MUIZH, Bk
IZR—Z 0 VB OEEDEADEIRKICKImE Wz, ZhIZH L, 515 nm ISEERE
RIHEEER LR 2.64 eV OIRIEAIZH 5 728, 515 nm FIHED AT M VIZIE, &5
T4 T R—E o ZIc & DHEEDEAL Lie o 7= DB — 7(b) ISR Lz & 3 1
P DD DEET 5— ORENBIRNICRE N, UEDERICLD, STV 2
Ry MVOFREHREREED 2 DOREOEHEI .

BB, CCTRR=TULERIFZ720DTFI LAY MUIZDWTERLEN,
BHRETER—TLERY B —AFNFET7zV) DIV ARY MVBHFIE LE.
C ORERIITER AZSBIN0.
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Raman Intensity

1435
1416

1147

| | l
1600 1400 1200 1000

Raman Shift /om™

X6 F<UARYT M.
@CCHA[11]) : 6BRT P H )V ATF A > (FERE 300 K/FE R 781 nm).
(CCHR[11]) : 6B AT A > (HIERE 300 K/ 781 nm).

©: ClO,~% F—7L=R)FA4 7> (@EEE 77 K/ K E

753 nm//87 — 13 mW/SIEEERE 90 43/ DREE 10 cm ).
(d: Clo,~ 2 F—=7LERVFAT7 x> (?EU%E%%E% 77 K/ E

1064 nm//$ 77— 16 mW/HIZEW 24 FERE/ HREE 4 cm ).
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N4 HR—Zn1y N4 R—Soy A S el A w
11 L BF
(b) 24 24 o AT
4
n%m—any55z&—a
D FREEDEADILEDD

X9 RYVFZ7zrOeBEURROEFTNVOMEAR. (2): /81 H—->D0
VIETFITBIT B EFHECCHRM6]), ©): /N1 h—F 02T RF—ITB
T % 5> FhEE, BFHE(CCHER[47,48)).
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Raman Intensity

()
)
q-
—

| I | l
1600 1400 1200 1000

Raman Shift /cm™

10 CO, &2 R—=7URERIFAT7zDITL AN

7 MV, EEEEEXZENZN (@) : 515 nm, (b): 633 nm,
(©) :753 nm, (d) :1064 nm. PEREENTND 77 K
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1
0.73
1.68
®
(&}
o
«
-g 2.64
2 753 nm
< |
1064 nm 514.5 nm
633 nm
0 T 1 | !
0.5 1 1.5 2 2.5 3

Photon Energy / eV
M 11 BFy " % F=7L72R Y F4 7 2 (F =3 MNRERH)

DEFRINARY FVECER1L]). REIZIZES LRI~ v
AN MVOHEIZEIZBIT AEEEEZRT.
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Chapter 4

N FAT x> OEE - iBIFAER%

RETE, 10KIZBIF 23K (CIO; &2 F—TLERVFZ T 22) DT UANRY
MlaEd LIz, EREORIEEEER L.

4.1 EHERER

AEFFETHWEER (ClO; 2 R—=7L=R ) F4 7 =) & 35 K TEED SHERE
ICHERE 95 (BB 2.1H1808). COL DI RERICE 25 - FHEEDORLICEET 2 A
/510, MIEN)DLRAZSA ARy FERVWT, B0 AR MVE
BBKUTBIU3B KLULTHEL, BREL®UZ. AEZ, 5 228 TR
WHIZ A T DMICEBE L TITo 7=,

(1) ERDOBRENREFTDB7280, A7 4 NV LERESH 8 mm LUF, # 3 mm LA
TeL, V754 F R v bDAY NI+ BESIEE.

(2) L—P—=\7 = 2mW U T & L. ChiEEROEE LRZF <=0, BLY
BIEERICHEM 2378220 TH3 (/37— 2mW UL L SIXHERESES
Nixhro7zh, ZORREZEROBED 2NWEENDOLELFZ 5N D).

(3) AKDWE LRZF S 20, L—T - XOBRHNEREARERIPEDRELLL, &
BEREICBIF AN —DBEE/NEL L.

X 1212 ClO; & k=7 LR FA7 2> D52 AT MY (RS 753 nm,
BELT Z4 AR5y bOANY ROEE) 2R, 10 KIZBITSHART MVK 12 (b)
1%, 60 KICBITBRRY FIVIK 12 (a) BEU 77 K IZB1F B X7 MVIX 6(c) L
—TH5. BRBR 120ZARY bNVERET ZEE, V54425 v bADEBDE Y b
7w TIEGKHTITY), BEIX60K PS5 10K ICETIEE. ZOIEPORERERS,
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EEMEES TR F4 7 = v O L Ytk

v b7y 7OET (FRHH D WVIITEMEHEST), REELOTTE (TREH 5V
L&) ongh e IBIRICK 122BH L.

F72, 1490 cm YFIEDIN Y ROBEFDTHIEART 556D, 35 K U TORE
BT RHEHERDS B, 15 BEEH o=, LIL, MROEEMNERT/HIVWED
ZDELIFEBEMORBEOKRTIEZ R L, RD2HDWTHDPDBRERREARLE. B
LIZV—Y—BRIEICK D F—32 MEEMHMINCRERDZ Z &, B2 KERICBY
T 1428 cm~ 1D/ ROEHDAME L, 1486 cn DN RDBEAAL L2 & TH S.

X 132 ClO; 2 R—=7' LR FA 7 =D AT MV (i E 1064 nm,
BEEY > TIVAY FORE) 279, 10 KIZBIFEIDARY MUK 77 KIZBIT
B2ARY MV 6(d) LE—THD. BRBR 13ODZXRT MVERET D8R, 7547
AE v bADRHBDOE Y b7y TIXEKHFTIT oz, £2Z0HIZE (10K) TH, 1490
cm™HFEDNY FOBEDFD TR T 2HEDBH >0, kR 753 nm 0%
B LERROERICE D, ZOEIIHEEMEDORIRO KT,

4.2 EBE-ZE - BB ORGEE —

TTIHARZLDIZ, 10 K IZBITBHE (ClOjZ2 K= LERVFZ72)D>
Y AT ML, 753 nm FfFE, 1064 nm FIEOWTHORMETH 77 K IZBITH X
R MVEIFIERUTH D, EBHEORBRIIS v AT MVICRE W o7z,

753 nm ER—Z 0 U ETFIUEEYOBFRIGENICH 5 (11, 39] 728, 753 nm fif
BDARY MV, R—5 0V EEDOEEDEADERMICKMEI N, TN
U, 1064 nm &R—Z 0 EFWMLEY, BRUNS R—Z 0 7 )ULEROWEE
DEFRIERIZH 5 [11, 39] 728, 1064 nm FIRED AT Mz, A= 0
HORBEDEADITP/NA F—F 10V EE OEEDEAHEIRIIC KX h % AlgetE
DHolz. LH L, 1064 nm FIRED AT MVIZERRIZ KBS W=D, A—J0y
BEOHEEDEATH >0, 0K THR—SOUBELET LI b ol=.

KD, 2 HOR—5 0BG FREEDOEAZHEST 1 HO/NNf FA—>10 12
BMEULERR, TXNVF—Fry TR TEDLLND ANZXLTR, EREORBN
BEETERNWI EDbh oz, TOANZX LI A TWVRER L LiEh, O
X, PRROBFHEEZ LD I LICKDREDPS FHREDEAIC LI TRELEZ L
HEEICEDS,. —RICPERY 7E2F L U BRTEREORRIIE, BRIV ERT
DA TV REB LI TVWS. BV F47 =2 DHE, K—F0UKF (K 8(c)
ENAR=Z 0T (K 9(a) NAR—=20L%E’ ) NDEBIZE B, FTH
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£g HBEZ

Ny FRD7 z)V IEICZANF—F vy 7RSI N, EREEHHTHILNTF
BEh3.

L UERBIEZOL S REGIFEE S, 0K THOR—J 0V RFHELET S0,
B ORI FEEDOELEZ LB RDBRVWET I CHREINZAEEMESH . &
D& REFIVICIE, BEFREIOKRBICRET 5Ty Mel, ROBKRFEIICERT S
FUT—) VERREDHD, TO2DDEFINONVTANMILELLIE, B—Z10
UHTFHGEDEE LT HEMNIEEME 2 RET S, LPLIDIEPOAAZXALICK
ZAEREM B H D, BAEOHERICZD2DODEFIVEHEAT S Z LIETER. &
MORRMEOMRIBICIE, XS5ICHRIPRELRS.

B, HREERTR)FI 7 DI LAY MIVHEL Uik o8,
BERRERNWRY (3 —AFNFA 7 =) (5B 2.1H808) D7 v AT MV &(l
LW EDFRINE. ZOAIRTER BESRBIhiZ.

Raman Intensity

] 1 | ]
1600 1400 1200 1000
Raman Shift / cm’”

12 ClO, 2 K—=7LERVFAZ7z>D5TY

/;vw NV(ESRER E 753 nm, SHFRE 10 cm |, /%
— 1.8 mW).

(@) : PWERE 60 K, WEHF 9 2.

(b) : FIEEE 10 K, HIERH 6 5.
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BEMRSTR) T4 7 =y OFE LY

Raman Intensity

l l l T
1600 1400 1200 1000

Raman Shift / cm”’

13 CO, ZR—=7LERVFA7z>DITY
AT NVEIZEEBE 10 K/BREE 1064 nm//8
D — 16 mW/HIERRD 34 KRS/ SREE S cm ).

Chapter 5

+za
pwstisi

FIHETHONEFERHMRIIRD 2 HTH5.

(1) k=7 UER)F47 > OSBMORED, HREHOR—7 0 U EFEEIC
HBZEDBPES R, NI R—7UERVFI7 = 0 OEEEORBEZ,
KERIICAEIA L =X LHTORITH . :
(2) R=7Ulh) F47 = 0 OERIZBIT HEZEORBIL, HTFEEDELEME
DRVWETNVICK DS NS ATREMEDH 5.
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Chapter 6

Rl & REE

(1) FB=TULERVFAT7z2DIL AT MVD F—/3 MEEREN A%
DRERIE, F—T7 0 BFOER (EBMORR) T bR >0 FEEOE L E2EHRT
BIZIIT+HATH L. BEWIZIE, RYT—DXRTZ MY (K 10(c), (d)) &F—F 0
YETNWDANRY )V (K 10(e)) ZHE T 288, ZROR—5 10 OHEERDRY
SX—DARY MNVOEZIIRMENTWEDPDETHERTHS. ZOREBRT D728,
BRI F—NY VEEDOR)FZA 7 2L DNTS LAY ML EYIMDOR S %3l
ETEILENDS.
(2) FAZ7=oAVIT—ICETIME K10 (c) DA A= TV EFIVD IR
7 VI, 1450 cm~MHEICHEMERNY RIERTRT. COXDICFFT7 =2 6 BEDY
AFZ v IRBEOHRDIHL, EFWELEYE U THEDST+2TH 720, LD
RHONA R—=Z0EFINVDRARY NVERIET DLEDRHS. (7L 6RBIEKLD
RHOA ) I —DERRICIE, BEREQOEANICL2BEOHEABELRD). F/-
BHONNA R—=2 0 EFNVICBIT 2ERIL, 1 BFFICEELEZNA R—Z 0 08
257, 2fHOR=S0 VAR LUTHDTEEM O H D, CORBRETZET S, X
B Tol i, 2D P HNVOEBEMEMERAZ & D Wh =S FHUEEEICL D, 68
ReZNLDEHTE 1EONS R—Z0rh, 6BARIDEHTIZ 2D R—>0
VIMENRNRELIRD L BRUEZ[50]. LU ab initio 1% & B IBERE 2 HA
ALY, 2O P ANVOEREMEEERAZZER Lz Ile 5OEHEIC LN, 8EI(F,
1 2BARZBNTY, RNV MM AUVOEET T LEONA R—>10 2 FHD
R=20 XD HEELRSD [51].
EHWICR—=Z70ETIVD 2 EBILICET HIFRPEETH 5. F—70 ETI)IL
B 200 KBETEREL 2BLT 2 VWO BEIBESEET DD, 2 BEOHE
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HEIHSTH ) F 47 2 > Ok L Wtk

TRBHTH D, £z, 2RILOBEPHRIEFETILEVIHREDDHS. IhHOD
2R T 5 =9Ik, HEDERSZF—Z 0V ETFIEEYDHRA -
RUARY M VE 200 K RETHET 2LENHS.

(3) FIREROBERELORE | R—=7UERVFA7 =2 O&RE - ERARIEE
CE RS BERET 278, FAETHNZHROTINH AT M 2EBR
B (35 K) Bt CHIE L, H#id 5. FAMR (R 1 pm-2 pm) OEWVRERIIEENE
DIKEL 125 7=8, EHREUT CHRIMEORFEIM NS i, ThzREED
HEOKBLE 2R3,

Appendix A

(53— ERER (1)

8 32HICBNT, ClIO; 2 =7 LERVFA 7z 0D5T U ARY MVOFREH
FREMZR 10IR U7z, 2 TR 10 2SS E TR U= HEER 2K 14
WRLTHL.

F/2ClO; & F—7LERY B—AFNFAT7 V), BLKUCIO;Z F—7 LR
V(B —AFNVFAT7 V) DT ARY MNVOEHRMKENE Zh2hIX 15,
16IZRU7=. 28, 737 —{F 10 mW-40 mW, BIEREIX (), (g) DWW Ihd 16 R,
ZDIEDH 10 5390 FTH D, AN THIE UBRCIXENDIRETE I LdH o).
IS DFER%E 1600 cm 155 900cm 1 DHEHTX] 14 & H#B L, AFIWVEDOEEICL
BUTDL S REELDI o=, H1IZ, 1360 cn LD CS MFMEME, CC BfES
{HHEIRENC IR T /5 FOBEIIER U7z, 8212, 1055 cm™ 32D CH HNEHA
RENC I G B8 ROSEIE U7 88312, 990 en YT S =7/ Yy RBSHER L
7= FMEFEDINRY MV [36] LB LUT R—EL VOMRE2ERTIRYE, BEED
BRICDOWTCEHMRAMR 2B 5121, SSHTHEFILETHD. RBK 15(g) DANR
7 MVOREREBIZDOWTIE, 3R [52] 28RaI 0.
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Raman Intensity

1435
1416
1147
671
646

(d)

| | | | T |
1600 1400 1200 1000 800 600 400

Raman Shift /cm™

14 ClO,~ZF—7UERIVFATDITITL AN
7 NIVEFEEE). R ZNZN (?2:: 515 nm, (b) :
633 nm, (c) : 753 nm, (d) :1064 nm. HERE IV TN D

77 K.
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Raman Intensity

BEBREGSTF RS+ 7 OEE Y

1 | | | l l |
1600 1400 1200 1000 800 600 400

Raman Shift /cm™

X 15 ClO,~ Z F—7 LR GB—AFINVFZ 7 =)D
77/2“0*%/@@&%i%h%hé%55nm

(b): 633 nm, (©): 753 nm. FEREIXNTNHT77 K
£ @E%%‘%;#%EE Lzl R—X54 VL%
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Raman Intensity

1414
1360
97

l l T | ! |
1600 1400 1200 1000 800 600 400

Raman Shift /cm™

16 PR % k=7 LERYG—AFNFFTz2) D

S VANRY MV, FEREEZENZEN (a) :458 nm,
(b) : 488 nm, (c) : 515 nm, (d) : 633 nm,ie) : 753 nm,
(f): 1064 nm, (g) : 1320 nm. FERZILN TN HT7 K.

— 668 —



Raman Intensity

BEWSTFR) T4 7 = v OfE L ik

1404
1344

(8)

| | l | | | |
1600 1400 1200 1000 800 600 400

Raman Shift /cm'1

K16 PF,~ 2 K—7LERYGB—AFILVFFT7z2)D
ZX Y ANT M. IEERIEZNZH (a) :458 nm,

(b) : 488 nm, (¢): 515 nm, (d) : 633 nm,ée) :753 nm,
(H):1064 nm , (g): 1320 nm. ERELHTHhdH77 K

Appendix B

(5% — HBREER (2)

SEP SRR T IRV FA T2 DI IV ARY MUICEED IR, Hg
HORBRBRME W ok (B ABESR) 20, BEMERIBZVARY 3 —AF)V
FAT7 V) (8 2.1HB8) DIV U AT MIVHEL LW LB FREENS. K17
WF—=UER) B —AFNFAT72Y) DT ARY MvETRT (BERREIXZ
nNZh60, 774 RT Y bADREBDOL Y b7 v 7ITEMZHS T TITo 7).
CORERIZED, FRED IR PIVDBL LW Db o).
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Raman Intensity

T | | l
1600 1400 1200 1000

Raman Shift / cm”
17 ClIO,~Z F—=7LiRYGB—AFIVFZ 7 =)D

S VAT PVCHIEREEZENZN (2): 60 K, (b): 6 K,
©:30 K, (d):60 K pHEEE, 37 —dWV\Nhd 753 nm,
0.3 mW.
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EERESTFRY) T+ 7z OEE LY

Lz

BT —DFATERD, EUEVHE UTTFI sRBEOBREIRICEATTS. £k
HEICHED, BEORMDFEWSG, EROEDS, FHXDITEREDEEZLUTT
X o e EHIT R GREBMERZEUR) ISRVHEERTS. ANERELTT
I oz, HRREHETZMYEERNOERR—EL, REERIUZICRHT S, KA
BT (REREREHFE) 10X, BEORDIEWAREZEREEL TWERZWEZ
D, B, BFA-NTEVEVEERERZVWEEW:., BIEREIA REHEALZ
FREF) ICH, BFA-NTHAEDIPHEREWEEWE, MEABEIRT MULZE
R > 5 =PRI O ERBIE 2V EEWEED,, IREL2—V—0OfF
AzROTWERWE. BEENT, SE—BEE, aBZENF, LIOg—BF
CRE=ZLZE (k) 8185 I R VREVTHEZWzEWE. HIEMRE, EOMKZED
CDIEDDHIRI A B REBMEEIC R >7=. BEIZ, DRICEHEDRERZEUED
NEEZRUTTE > EHEEAEIR RS ERFRR), EFEEEATHELTL
NEFRICEOHERZRT .

1998 £ 1 H 29 H HlEHEE
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