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16 L7 MBI, ol O MIREIE A2 £ T, L—F— VUL AIZBW T CEP IXEIGIE & ik
ETHNTA—=F—D—2Th V., FFITHA 7 NVEDDINT = 5 NRLUF O LR
BWTHEHELERD,

n
»

.~ cos(wf)

Electric field : E(t)

-
————————
i

CEP: @ i

K 1.8 L—Y—/3)LA® Carrier-Envelope Phase(CEP)

>

PNIVAFER LT L—PF—IZBW T, 2O VLA L —EORHEMRE TRV IE LD S
%o AWML CHVNZ Ti: sapphire O3 — R L—H— @i ) K LA EIL 80 MHZz FREETH D |

DOEFETE 12.5 ns /R ﬁﬁ%mqmﬁ&f®watﬂm%éhéov~%~ﬂwx@
CEP WARZE L WD Z &, R mttAwXﬂ L— =BG ONABE gL L
TV REED = k%ﬁ#(l19@n Wi, CEP INLE LD DL, (il —ETH
L. DEVEBHEIER SV ABIZEL LR VIREEOZ L A2F S (K19 (b)), BEOL—F
—/VV AT 1.9 (a) DX DI CEP WALETH D, CEP NLEMDRRAIL, L—H —Ui
B CHAULBEHRE ENFEREDREICH D, FEEIT L — — LG e A, rAHE
BRI U —F—NORENES () NEREEDOZ & ThH0, WETIZB O TIEST
BABIZL > THHEDORE INERD, LoT, v~%~%ﬁ%§$%@UFAai eI
FREFUEE () CHDEBERTRELLEGAIC, (1.1) ROAMMHEAIZE(LL T
<OEL9@)K%Ué*%E@ANX%A\ﬁ%@AWX%B FHDONNVA%E CET D,
B@N»x@A@N»xrm&TV~f~®%ﬁ ICAFET 5 L— Y — I % 150 7200
Z<WBLTWS, FD=H, A LD B O CEP X, L—Y—iE %2 1EHET 5M
_E%éhtﬁ@f&umﬁfmiwﬂtﬁ#Méo_hﬂcwx‘ EMEDJRNTH %,
E N AZHEASTIISAEE S, BICHAR T ES L —F—E 22 @l L TW\5,
ko, C@A’ﬂ#édﬂ@ﬁni B D AIZKT % CEP DT 2MEE725, DT
ENDL FEAICIE, =YD CEP X, HfiT 5/ UL ABIZH HEDELET >IN

TV ZERGMND[17,18], K 1.9 (a) TiIn/2 DEH(ET > CEP WAL L T\ 5D, FEEED
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(@) CEPRARRERZ L —H—/NLR

'y ~ =~ @cp=0 ~ = Pegp=T1/2 TP

Electric field

O

) CEPMWNREMG L—HF—/LR

A

(

time

Electric field

B 1.9 (a) CEP BAFRRELZL—F—/LREI, (b) CEP ARELZL—HF—/LRF]

L—HF—ZBWTIEZ D X5 R EOARER 7 CEP OF U A2 T, RGO O
TRFELE R EDOT X LR CEP ORLEMEZ AT RR & 725,

WIZ, YD CEP S AREERIG AT 7 A 7 V3 R RATREIC 72 D BREIZ DV R
3%, X 1.101%, CEP RARLER VUV AF] (L)) &ZF ORIz L - TWEHIZH
HEnae—Ly MRBREEARLTWS, 22 TE95ab—Lr FREL LI, FlziE
F )R~ T ) O, Bl Thb, BMEOR T —T v —T7HETIX, WED
REZ] 0 1281 D I8 & RERIPIC #5357 UL A N 38 THIE > IR OB 6 1281 DInE 2RO
SSIVANFETHES - « -, EWIRUCHIEEZED D, NORE SIE, Bl 2 AN TiX
300 Th D, ZDLE, FEEO CEP, DE VAN SV ARICZEEL TS &, ThIC X
STHRINIWETDae—L Yy FIEBOMNMALELT D, TD XD 2BRE2BM L5
SERBET D L. MO THICE > THESNITHBHELL V., BRIUICEONDESIT 01
2o TLE D, B L2k 2L —H =KD CEP 1T IR LETH D, ZDHOYT
YA AN EAT D 2L, FEEOE W —7 A RETH 2 LA T, W7k
® CEP ZAi D FIETLHENSE L MENRH D,

1.3.3 2 EM 7% CEP DR E{E

L—H—JE0D CEP b S8 5 75T, REL ST DL 2HICPHIND, Dl
L—PF—DIIRERITHT LT T o — Ry Z il A2 T 5 HIET, ZAULREEIRY 7R CEP Z7E
{t. (active CEP stabilization) & FEIFALD [19], & 9 —DILEMBZEHOME ZFIH T 2 51k
T. Z#EHY7R CEP ZEfl (passive CEP stabilization) & FEIEHL 5 [20], REENIAYZ: CEP 21k
RO L —F—BRICBWTEEREMO—>TH Y, 7 MRS TIZREENN CEP
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t=t,(2& 1+ 58IE

E1.10 CEP AFRRELGBMEXLZAWV-RYT—-To—TJHlE

AL S LTz L— = LIE LIEER S, REEI) CEP ZEfL Tld L —H — ik
IREFIT L CRE RGN A2 2T 2R H D720, @ERBINDULE L 25, —T7, BN

72 CEP ZE ki,

T, U TET 7~ ORAEEFIC &

HEENMY 72 CEP ZEALICHE D L {72 SRR CTHILTE 5 Z 3% 0,
KWFZECIIY 7Y A 7 55 EHRT A7)

-
—

. B CEP ZEADFELZFM LI=D
OT:%%%}E%Téo

B L — =BT 5, kb —RKWNRT T~ ORATTIER, ZREREA %
MM LIZEdR/O 7 = b bR VA DA TH 5, AP AE LT WEHTELD
% “IROIEIEITFINRDO —2>TH L, WETIZAE L D00 P, SMERES E OB%E L

—(\

P(E) = eg(xWE + yPEE + y® EEE + --)

ERTIENTED, ZIT, a@lFEZED

(1.2)

FHER, T n ROFERIPEZRTH D, AFDE

DIBEDRFFVIGEOIRET (1.2) Ko 1 ROHEIZ L > TRl S, 2, todim, %

I, B Sl d 2 (BRI LSRR .
. 3RO L > TIN5 T
I D,

— 0. KDOAHEEDRERS 720 (1.2) X2
DL ERIEIFRREFINDBE N EL D K
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~5 THz
= &
M. —
€4

We Wi mEigs
~ 380 THz

TRV R
(1.5eV)
<

~1ps J'E%"f‘nﬁa ~100 fs

B 11 ZFRBEEICEEZTIANYREEDRAE

X PN K-> TRIBEND KOOI HFIRICONTE R D, MR O L 57025
DI D72 D NI T 25625 2 5,

E = Ey(cos wqt + cos w,t) (1.3)
vz (12) ROBHITRAT DL RO KD RIFREIBREL D Z L B0hD,
1
COS Wyt X COS Wpt = [cos(w;+wy)t + cos(w;—w,)t] (1.4)

IR It D A B B0 E, KR CRAT 2 ORI T 5, 2F D, (14) Kb
ZODJEEB A RO ARSI AR LIZBRIT, 20 & 22D R E b OB IR AT
LT ENDND, TOXIRBIRE, FiEi, FEHIEA (Sum Frequency Generation:
SFG). KUY, ZJEP ¥4 (Difference Frequency Generation: DFG) & UY 9,

B LI IR A L DT T~ A FIEORAX 2R~ Lc, AL 221,
Tisapphire L —%—OH N ZEH WD Z ERZV, KT FAF—F1.5eV, 7 UL ARG
FHAAZIZ 100 fs TH D, ZO/ VA% AR CTERBLT 5 & HuLE S 380
THz, A7 MVOWERN STHz L7025, Z ORI T = & MR/ OV R ZIERIE LA b IZ A
§19 5, IR FRES T ITRR 2 2N B 523, ZnTe X° GaP BNHWVHND Z ERE0,
IO DOREEET T, ARSIV 2D AR S Rl CEBEIEAENET D &0 LA
25 1 THz, A7 MUVIEDS 2 THZ FRE DWW 57 T~V BT AT 5, EERITIE, 584
T 5T T EOHLER IR AT FVIEIR, ARV ZAD AT RVIETE T TIER
< ARG &M Q2 HEITHRIR) . IERIRILTFRE S OWIN DG T D,

AR W THER DI, Z OZEBEIEEDWFRIZ BT B2 CEP ZEfAEH
INDHENWHIZETHD, 04)ﬁ®EL_uwa%mZt&ﬁ®;9@ BFEE B R D,
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cos(w 1t + ¢) X cos(w,t + ¢p)

1 (1.5)

= E{cos[(w1+w2)t + 2¢] + cos[(w;—w,)t]}

TR A OIBFRIT I W TUIAAHTE ¢S 2 5 S THE D — 5 T, ZRER AW TIIAHE
HMHEESNTNDZ ENgnd, O EiE, AFHIRN UL AD CEP BARLEETH -
Th., BEEKAEICL S TRAELET T~ YED CEP IZLELSNDZ L H2EHR LT
Do TOXICULTRAESHTET T~V YED CEP REELENTND WS Z &, Ik
A EIEFICEHEERER LR, Hl21X, WHERFBICBIT 27 7~V OISABNZ, T
7~V Wi ik 73 Y615 (THz-Time Domain Spectrpscopy: THz-TDS) & MR 2 HIE D H
% [21], ARS~AIHEEIR TIT 4L TV D — k72250 A TlE, B A58 L 72O mE D
ZALULMHET 2 Z ENTE R CEOMFHOFERITRDILD), T O, BITEHS:
[REE L WS T2 FEBOEL EELRORF LoRDLZENTET, 5 —FHaRDDH7
OIZIE, 7 T7~v—RA - 7u=y e BWMETINERH D, Zhlx L, THz-TDS Tk, ¥
BradZi UleT T~V OEGEE 2 BEENET 5 2 & T, 8E L AL DERRIER
ZBAF L. EFEROER L RN A —EICRET D 2 LN TE D, BUETIL THZ-TDS 134
MR 2 BTk REI CIEH SV TV D IERICR D RRIEFETH H05, ZNEAERIc L
TWDOIFEBEENREETH D Z L. DF Y CEP NEEREBL VA ZREIZHN
TWNHEWNWH ZEThHD,

14 ZATHAR : RIRRARICKSBEEY THA Y IIL53%

KEITIE, T I~V ERLHT RIS E W RREDO SV EIREE LT, ZhE
TIZED XD RIFEITON TNV DN EFEI T 5, FrIZ, CEP ZERBEA AWTH 7
A TN HEAT> TODHIIZEETRY EIF 5,

IR T T LY A INE IS W T PRSI OBF SRR, 2010 4EED B EEAIZIT DL D
Eoliote, OGO —DIFNEERTH D, HilL LT, HAENERME 7 IRE) 2 fifhk L
2R DI [22,23]. HES FTOIT XY b OWFE [24,25]. F+v U 7 OME &
EZEA A AERZ AU D F v U TEO TG [26-28], REBFTFT oD, o, FFE
TITBIRERIZE T DHFE BT TV D, NbN X° BiSrCaCuyOsi (BT, T T~V
I L > TH—F — NG A—F—pak—L >  pEH) (v 7V RAE—FR) BAELDHEWN
S T2 #AER [29-31]. Lay34Sr0.16Cu0y * Laj 90sBaooosCuO4 (BT H Y a7V 7T Xe v &4k
B2 2 & T, Yat 7V 7T e OBIEREE B ORBENEOZLNAET D &
WO T lE N ENTWS [32,33], £72. &L TliX, NbsSn DEX v v 74T T~ LY
BTl L7255 B, MR T O 21 5 BREMD X ¥ v T L ARBFHEPIBRIND &
IWFIE BATOITZ [34], BEMERIZIBWTH L DRI TONTEY | 7 7~V K OEY;
Ky BGR E NS LT, w7 )Ry harw s O ae— L2 Mibi [35-
39]. FEILIBSAECTORYLEIE [40]72 ENEH SN TVWD, TOMIZH, E > MEEIKICE
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(@)

B 1.12

(B) NIR probe
THz pump

(a) NiO DFREEELE A EVEET, e (X)) & B (FRXM) X, Eh¥h

BT IAIVYEDGHRAR EBIBERSDAR., (b) REBEEOHKE, TIANILYR
[C&->TELTo—TRhDERAEEGEZRET 5, L, 351K Y,

Frequency (THz)

@ 0 1 2 3
;: 014 THz pump
E 0 Magnon
; || response
€ o i
S m UI ||H| i
2 0.0 fermnint | gt s
[T ——
o= LU
S s 0 5 T w4 e
Delay time, t (ps)
B 1.13

(b) txpenment

é Theory/0.7 | ° 5

+ li&MMMWWW '
z VYRV '
3 i ) | 4
2 0 10 20
§ Delay t (ps)
o
2 (c)
® 3

(d) B
§
53 1 AREaR
3 ow{\vse-x':fzés:".MWVV\Ww
& 3 VSIS
C 10 20
Delay time, t (ps)

(a) BHET 5NV EDBIBE S DEMIEKE (FR) & TIANILYRICEK-

TERISNT 75T EEORERE (FR) . BARIThThORRERED
7—)IEH, b) B—DTIAWYHEICEYSIEFRBIENZ 775 T7—M0E, (¢) =
DEDTIANYINRERT/ OOEEICH L THEEGE (Ar=6ps) TAFLI=EHE
D7 75T—MEE, (d) ZD2BEDTFIAIYIIRILRERY /7 DOESI<R L T4
(At=6.5ps) TAFLIEBENDT 75 T—MEER, UL, 35]1&kY,
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WTET M RVIRICE > TR Y U T 24 L, Mh—& R 425 &2 L%
R0 [41,42], REE BRI 5 ik o A il S HIE L 72 iF 987 £ [43-47]0 FERICE < D
DG AT O T 72,

KEITIE, T T~V FE DY T A 7 A SORFFEE & LT, RIRREMER NiO 123
Fo~7 7 voae—Lvr MO ZENTT 5 [35], K112 (a) 1% NiO Off i,
AR, BT T~V ORSER R LT b D TH D, R —/VIRE 523 K LATICE
W, NiZDZ B AZPEEICBWTRO X 5 ICEY L, BT 2w Tl 51 % [h)
<o BT, ZoRvr ERET MOy (K1.12 (a) TORKE B) & FiomEiR
FET T~V ERE L, TS X > THE L DBy 2. =¥ —1eV, HFHEIE S
fs D7 a0 —7HOREEEEAZE U THRIEE L TWD, WETORMEIC X > TR ) mE
T 2BBII 7 7 7T =R EMITN., R 77— o—745% k0 Cid, LiIFLIZZ o)
REFMA L TAEZEL DX A F I 7 2SN D, ZOFEBRIZBWT, mBET 7~ LY
BIXRKEOBED ZnTe FEga S OB RAEIC L > TRESE SN, BB DR KM ITH
400 kV/em, [5Gy DERKRMEITH 0.13T TH 5, 7 7~V FEOREFIZX 1.13 (a) @
FRTHY ., FHAKITTRENTWD X 912 0.1 ~3 THz OBE LW ER B DY #Ffo, Z DT
TANVFIZ Lo TEIERZ SN 7 7 77 —BHEER, K 1.13 () OFMTHD, 777
T —[Al#RIX, T TV K o THE INZHED, 7a—7 SOEHIT I AT 22 %y
ERH LTINS (0p(t) < e -M(t), 77 77 —HEOEZITEM 1 ps. BOZRFELL 29 ps
(FEEBE%Ez) oabe—L > MEEBIZ/RLTEY ., Z OEMEEIT NIO O GEftE~ 7/ v
= NORBEEE —BT 5, £z, BEBEKFEOHENS, 77 77 —HEEOETDOK
T INIT TV ORE (IRIED ) Tide IRIEIZHBIT 5 2 & B3 END Hi TV
%o ZEMKHEKFREE AT 5 NiO IZB W T R OBRBENRITEESR Ch D = & 21 E 2
T, B ST BALZE T, 7 T~V OB TR G L Tl &R &
NTWD EfEFRDITHNTND, DFEY, ZOFERIZBWTL, EFOAE S ET T~ L
VW DRSSy B OAFEICHHIT 5 L 9P —~2 FLY (GxSxB) (ko T~7
DIREINFI SR Z SiL, BUEEIREL TS, 77 7T — R[G5 OWEERFEE 29
ps LIEBNZ END LD LT, MESNE~T o ae— LR TEN., ZOZEE
FIH LT, ZORITHFETIEH. ¥ VARICE S~ ) voae—Ly Mil#Elb1TH
iz, K113 () ~ (@) 1. Znti, (b) B—07 7~ VI 2k, (o) ~7 7
CRFENAR TR SN D K 9 ICEBERZ 6ps & LT - DHDOT 7~ Y il & AS LI25
Gy (@) ~7 7 RN TRIEE XD X 5 ICERBIERFT 2 6.5ps & L C_2HDOT T~ LY
WAEAF LS G. ©O7 7 77 —HRORHFER TH D, RO S TRIE 21T 256
VT AL L DIRIES G R L, WA OSEEITITED LT D Z R nnd, Ulhokd
2 RIEATHIETIE., T T~ YHERICFEET A~ ) V. T T~V ORI S %
WCHEIBFHE 25 2 & ¢, RIMBMERIZ I 1T DB bikE 2 © a Ol A 7 —/LTak — L
> MZHET 2 Z S IRBI LTV 5D,

WA, HIRANIETHE DY T A 7 VSO FRIZ DN TR T D, 7= b M L—HF—
O EERIZBIT 2BEHE DO EICBN T, FIRIDEET 7~V L0 R
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FIENTE, LrL, FOIEFEAER T B—T3E LTOFIHATHY . FRAEZ
& UCHEMAICEE R U, BRIV 217 > 72 BliXIER 12D, ZoFbianil e L
T, EFEBEEOHIENH D, 1FIFETH KA Y OHIMD 7 NV— T2 X D58 Th D53,
Lay ¢75Bu02Sr0.125CuO4, YBaCu3O0¢s. K3Ceo ZEIZISW THIARIMEIR D 7 + / & — R & HLi5fh
L5 2 LT, BEEIREDER-SCIREMEO R INRIEICA U D E WV I FFER R STV
% [48-50], HREARLSMNZ S, BEMO~T aEREmICB W CH TOWMED 7 + ) %
R T2 2 L TEAFLE L. b O —HOWEOYNEZTIE LIS [51,52], A AT~
VEGELE WO BT LWVIRRE T o AR LT B EAET D [53], 7272 L 2D OiFgEIE
b ARSI KT D T A 7 LD TIER Y, B LA E T e —T IRV T
A TV HDIATAZEE LTI, 3855 EIR LINDO; (233 1) 2 505 T 25 i oD sl S iR e JE R
FFARENDOBFSE [54,55]. —RICE v M A ET-F.TCNQ (2350 T o1 PN IRE) 2 SRR i
L. oA b7 —nm K38 U OEmEEREZ S| S8 2 LI2WFIE [56]. ¥4 7E 2 RIZBWNT
[T /DSt 257 A ML —3 a3 LIEAF%E [57]. VO IZBWTEF horx
U U 7k D — BB A S & Z LR [58]. 72 B3 T ZEUEHE SHUED TV
%o PR U7EMFEDZ N, WEMEICBIT 2B FRENICER LTS Z ENRHETH 5,

TR DY T A 7 Ao F & LT, BT EIR LINDO; (I3 5 I
BIE 7 4 ) =27 ADWFRERFENT 5 [55], K 1.14 (a) (2. ZOFEBROWNEZ R, Bt
IR EL 17.5 THz =RV X—T72meV) OHFRANNETH Y . ARKELIREIL 20
MV/em CTh b, ZOHIRIEIFIIED A G FRIE S 72 2 HO OPA O ) D %
LD ETHRAIETEY, CEP ALEIN TS (55 B TKRIE), FRIDEOES
ez 7—U 228t K 1.14 (b) ITRSNTWD, Fo, 2oL, 19 THz (2%
&9 % LiINDO; D& FIRE) (A E—F) O—DITHIB LTS, K 1.14 (a) IZRINTWVD
F oIz, ZoF— NIIMHREFONEIRDOEFLE | Nb, Li ORIFEFO ¢ §liZih > 2B\ x5
LE—RFCTHD, ., 7r—7ZHHE 30 fs O 800 nm /LA (e F)LF—1.55¢eV)
ThH V., EoHc X2 FGEEROR H &5 miik 4 (SHG) RE DL OHIEAZ1T -
TWb, ZNUBITTNEN, fEEOFERDEIE . FRF B/ MIRIE & B L 7= kDI
WIS R PDOEA LR ATRE Tod D, P RIEIC Lo Tt Sz 7+ / v D
DNINBIZHEND & TSNS,

X 1.14 (c). (d) DFIRIERIEIC K - THE UofmytRlls & SHG 58 Db oo e % Ji
Thb, IREDORBETRINTWDON, FIEESEE 100 kV/em OF5HIE DA OR5 R T
bbH, ZOHEIX, EHo07r—T7ORERBITITHE KO ORFFREBNEN TS, 7272
L. EBICTIZI9THZ DA T—RE ISTHZz D7 4/ i RT7 U horOF— RREGEN T
o —H. TR E TR ELLTRE 20 MV/em OFRFIEOSA ORI R TH D, DA &
D EHOMNITEFREREATHD Z ERNS0 5, BRI, IEOH B OGBS HA
i RTWDE—F T, ADFRDOEFILLVHFWERICZR>TnD, 20X 5 REFIK
%, JTCOFFIRBI O SR (A5, =R E) REERTVD & ZDRETH L, i
ERFOE SO 7 — ) 2B a2 R LT=On, X 1.15 Th D, (a) HELEEE, (b) 23 SHG ##
EELDEZFO 7 — U ZEHRTH LN, EHHITH 2 5~5 OB BEN TN D,
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H1.14 (a) ERREOHEKE, BERFICHIANTOIFEXAMIEARRE CHBRES
NTLASRBRFIREIE— FZRT . BFIRBOBRHICIE, SHGHREELL (FAIFR &
RtEE (ARIFRE) KAAVLLATWLS, (b) BEFFNALOEREREEFOI—UT
i, (o) WAEIEES. (d) SHG BEELLESORMAER. KREDRRHFEIE,

FEBHERBIERFDES. LLE, 551KV,

a 2v. 3w 4y c
10° i L L 40
L 5
2 ] 2vp 3
g 2 [ 3i'p
£ 107 P v,
e NIAVAA 5v, 3o}
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B 1.15 (a) REEIERES. (b) SHG REELEETDT7—) TEH, FE&BEOHEEIT
Z15THz D74/ VRS bk, 19THz DERE T4/ VERT, (¢) BIRESFES
DXRZEZOMEEFHBEKREFE. LLE. [551& Y,
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Oxygen displacement (pm)
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B 1.16 KEBMSRNHE A E— FOFRRMRT UL vILOBR (Fl), REDEEE
DFT(Density Functional Theory)BtE TRDIZART U v, REDRRIETD S5 LDH
HMKZRSY . [551& Y,

X 1.15(c) X, JEh FaRAMDE DOIRE 2 2L S ¥ 72568 O K ET Ry OIRIEDZELTH 5,
ZORPENDLFREIND EBY ., ~19 THz ORB O IRIE I B S ERIC R LTl L <
R&EL 72D —FHT, 2O 24%, 3MEEMOEENIFIEERERICT LT, ], ZFOEKT
PEZRT, ZOX D @ EEORBNEEERIC OB D &) T EiE, K TIREIN KX
IRIEECHE S NS Z LIk > T, FHTDOELULRT > v v VRSFRRGERN S T b 5 2
EEFRLTWD, RIEITHETIL, ZO XS 7@ @M OIRBI Ay OIRNE % & &A%
ZEIZE ST, T v DIEYEEIE E RN & o TG A OB R T > v v L OTIR Z HEE
LT3, K1.16 RZDOFERTH Y . JKAD SR TRENTZHBRRT v xv v b K
AN IERRIE R R T oy ABRELN TN D

1.5 ARFED B B LRI DIERK

ARFFEDOBINE, KREL DT T 25D, —DlE, TI~YHE - FRAEE VW2
W (REEE) O X DRI & - T, 1ERDITRIN « AIHIGIC K Dbk & 13572 51
I X D2 WPERE - AR EER T2 THDH, £ LTH I 2O HMIE, B
OIRENVES X 5 0 2 R sk CEBEB TR RN EFIETH L, b7 A 7 ot%
52 LIk, 7T~ - RRASERINRIC X o THE 2L R o X
VIR A O NNCT 2 2L Th D, /ML LicWEIR, PiE—A MR L = Th
FEEMBEIBEA TTF-CA Th 5, ZOWEIZOWTIL, HI3 T TEHELIMFMNT D,
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FP. BREOICEAEE V) — 2O AMICE L TERR%, ERIThbhTE)
(2 & 2 MRS RR AR SR DI FEIT. FIEDE & D WISE ARSI & o TEFERS
(NN REERE) Z2HBEET ORI EAETH T2, TDXIRT AT 4 T DOILTH
HEMEES 2 B0 R RE NG SN TE e, ZhUCk~s & B rERICIEIE
REREONIZE T, WEICED L D R E L D20OMEIL, HEVITOITI )
STc, HPMEDBLENDRIZ L ZIZ, BFEB LY bIR= R F—0mEikicix, 5FHikR
B, FIRE), =% b IIXEY BRHIY VT, w7 % SREHEERTSE
— RS LAHET D, 2O OFRREAZ TR < BRE) L72HEI12, BENED LD RISEER
T, TLTENZ K> THEOE FREERBBEIICEIL LD ONE I DERID LD
X, ERICEERMET —~Th b, bHAA, AR ORI X > THI#E
NG DE— REMIET S Z & HAEETIEH 52, ZOHAITEADO AN RET S
W, Bl ZE, BEVERE AT - TARAMVEIC L o TR T 5 2 & T, TOMAKFEE LSS
:&ﬁﬂ%f%éﬁ\%%%%@mﬁﬂﬁ5ﬁﬁiﬁ@%%’ioTZEV®§4T¢7x
MEWRENTLEY ZE0RH 5, 14 HITHEMN L7 NIO OFFFETIE, 7 7~V I
T~ ) NEET 78 AT HZ LT, %@%@%%%L\ﬁ%M@vﬁ//@54+:7
AEMHTHZ LI LTINS, ZO LI ICEADRBEZOMD X A F I 7 A%8)0 53if
HZEX, WEOBEfRE L CEETHD, £z, WELFRICED2EMNEL D &, HKIREE
SOFEFNCRFRIR 21D L 912725 Z L A AIEL, @B TEET 2T /31 AL LTOIL
Mz BHET O A THEOREOPRITIEE TH L,

REERMEDO S 5> —2DM W& LTI, MEGIROEENH D, T TITBRA -\ T
HDHM, AR RSN AT ) L < OFATHRBFDAER SN TLE ., HliF
SRR A BN T D ENH L < D, T T - HIRAMDEIC S o T, BN Ak
TR EREOES AT 5 2 & T, HESEEBTIER X TR0 o RESF A D
ISENBUFTREIC /e D B2 IS,

1.4 Hi TR Ltioc\??«»yﬁﬁﬁ%ﬁﬁﬂﬁﬁﬁmﬁ%ﬁﬁﬁgh’@of%
TIEWE P, MHIEBICE TEDEIMNRZEMNECEITZIEE S L 2V, BHEEE TR T
bV, KRERMBEALEMNZ B D TTF-CA [ZBWTT 7~ R RO 217 5
T EiE, REENEEIC XD HEREBBGERR T2 A TRETH Y . et sy
BB W CTHERFRIZRY 5 5,

WIZ, I = DORNTHLY T A 7SI HONTIRARD, T T~ bk D5
émﬁ\*%%&%?mw/&%éiﬁ%%wé & THE AR 7 YA 7 Ve Al
BEThD, HIZHETTNL O0OMETIE, H 7 A 70k LTomEEENL T, 7
TSIV O 7 A F X 7 ZAFERICETR STV D, TTF-CAIZBW TS, FAEOF
EERWDZ LT, T I~V RS OMMELD XA F 7 R % BT A 7 VTR
M35 ERMIFFCE 2, —J, R IZE W TIL, CEP ZERHFRINEDIAE, I
ﬁ%#mﬁ&%w7m~7t@%$@ﬁﬁ_ﬂuhw#%5 EMS, BTV A TS t

WRFEBNLIER (D7, ARBFFETIX, D &L 9 78S E O @ W EBR T o 5 RS Ehbk o
#f%%ﬁw%%@£ﬁ®tbm\ﬁUV%»@%%Vx%A@%%#%H%%X&%bL
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oo ZHUCKY, D THEEERICFEE TH L0 THNIREO X A F I 7 A EHMICE 6252 &
NA[BEIC 7R o T2,

RBIC, R OWRER D, 2 BT, N 7—7 0 —T7 5 HE LRI
HREZR E, AFFETHWEERFIEOTAZITH, @MET 7~V OFRAEFTIEIZ O
THIZOETHRARD, H3ETIEH, MEWETH D TTF-CA IZOWT, E O 2 H#
T2, BAENGE 6EIZBWT, EREAT 7258 % 3 DI T35, 4 =T
I%. TTF-CA OHYERICIHNTT 7~ VY N 24T 5 T2 RIC DN TR R 5, T T~
Behke iz L » T, HEA oM KA A 7+ —/L &9 TTF-CA R O FRIhitt &S 73 4
U, SFFEEMNR WA EEICHE Sz, 65 ETE, FRISERED Y71 7 5556
ERDHERIZONWTHRARDL, TOHFULE D DIE, CEP ZERTHRINEEFAESEDHT-DD
TV T NDEEEERTFIEDORIE TH D, # 6 = TIL, TTF-CA OA F MR 5
TRANEFHEIZ DN TR D, FHRAERILIC L > T, B0 FPIEENEINT 5 E K72 M
BRI, &1 b RVHRIC L D EBHEHEA Ao ME—P RN B S e, 57 & T,
R OREEEIT 5,
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F2E REBRAE

ZDOETIIAMFEIZB N THWZEBRFEICOWTHIAT 5, 2.1 #i TIEANIE
THLIREREZFFOFERFIETH LR T—7 10— T 5B OV Tt
Do ZOFITIE, N7 —7u—70 OB A T, EERICHEZ1T 9 B
FIEPLEESIZONTHIRRD, i< 22 B CIRERET 7~V Y A D Ik
[ZOWNWTIE D, FEEEAERIZLD 7= A ML —F =067 7~ L2584
SHDFEIZOW TR 133 H TN =23, BESICHWD 72T 7~V %
BT DT T RAMIEE L 20D, 2.3 fi CIIARIMER O &% R« WA~
MARES 2720 DOFETH D 7 — U 2 EHRIN GBI OWTEAT 5, &
BT, 24 i TIIFE T L=RBHC oW Tk %, d. TRISERIE D37
YA 7 VR F—F a0 —THERICONTIL, FOREEB KRN EERIFENAED
— D7D T, HHS5ETHITHHAZITO

21 Ry T—Ta—THRAE

211 Ry T—To—THLAEDOHEE

N T—7m =755, MEOREEZMLIDOFIEICL > TE b, Z20E %
RT 52 & TWEICET AEMRESGDLITFEDOZ L ThD, 20D, XRkFR L 7—Ta—
Thd ek, FERICRIAVEAAZETSETH D, L, KRB\ T, KT —7
B—70NE NI FEL, 7oA ML= L 2 E W B E R RS R RS
L LTHNTWD,

2112, Ko7 —7v—70oMaK %2Ry, Rr7—7 v —70%TiEx, Ko7
Je, Ta—T Yl WS THEEONEZREHIRR T 5, HEOEWR ORI K o TREN A
L, THICEDRHECEREOELEZBEDTT T a—THIZ L > TBT 5, 2Dk
X, THAVAAT VLo O EEDITHZ LT, Rkl 7 e —7 il 2z
THETCORMAEEZ DT HZ N TE D, FlIZIE, 7r—70ONEK% 300 yumE< 1
X, SO0V ADORZEIX 1ps 278D, 29T 52 LT, REMNEIE S THME 1ps £
DG FRHRRECZPNET 5 2 ENTE D, KFECHEREOLENIWE DOE 1RO
THROBERML TSm0, HEEEEZ RN GREZITH 2 & T, Kk okEsE
L&A IBIN L CRIRD Z N TE 5, R/ —7n—7 00 E0R KOS, 0
m WRER RIS 8 5, 18H OWEIZIBN T, RORFH S ARRE L s OREH 3 fFREIC L -
THWEIND, ZhIxtL, R —7m—T745ETiE, WER ORI S RRE LA > 7
LI =T DIV AMRD I Lo TRIE S, BRHEROR S MRRICITAE L S ey, L
— PO IV AT E O T fs 22D T, M SR REE & Db D@ ORIE T
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Pump Delay stage
pulse 12 & B HFfEZE
Probe

pulse

Sample

N\

Detector

Delay stage
(B RDAE)

E21 RoI—Fa—THRARODHE

TEBT L2 LoTERY, FEFICEVRHOMELFZBRT LN TED, B, 74 L
AARAT—Y [F 5 2FY nm DA — X —CTHELIIEERISHD 2 LR TE 5720, KEEf#E
REZ AL S 2 BRI H 7220,

T, BEOMV IR UBIENARERZ E bR T— u—THEOH M TH D, UL A
L—H—Df i UEREIE, 2 Hz Db OS5 E MHz O b O % THRIA L FET D, AT
22TV FAERIE 2R O v R U EOE 1 kHz 22D T, 1 BRI 1000 F& DL Z 8 HS &
Mo, ZHITED | 1 FHEIC 1000 By OFERREZIT O Z LA FRE L 720 . FEEO E W
ENEBLITE D,

212 Ry F—Fa—TJRIE DR

J)I77L2RNILR  EEORT—7a—7H EIZEBO L, s S K AER L7
T =TSNV AEBRHT L7200 TR RBOEBTITHALIZE—L AT v &4 =28 - T
5T a =T V2N T 5, M22 1220k TFERLE, BE—ARTY v
—TEI D 3T BT SV RTERHZIIARNE T, V77 LU ARV R EMEETND, U7 7 b
VANV RAT ) A ZRDIEDTZDIZH N B IL D, 7 VLA L —H =TT 1 7V T & QTR
HENFIET D, V77 LAV R K S TEID BEZITO, Lighet &) BICEHT 5 Z
LT, ZOMEROLETEAZMR DL ENTE D,

ES0E 22 THHILIZLDIZ, EBRITHRET 2G5 B OO &l Ly 75

e BRTEUY I o) 7y LUARO ZFEERS L, ZNHDONIET+ T 4T

7 —ERNTHRINT S, — i, ERT27+ b7 4 727 X —OfEIT, ko=

F—lZLoTHhRARD, UFRETIE, 11eVUETHILSIi XA A —RKEHEHALEZ7+ b

FAT I H—, 05eV~1.1eV O TIX InGaAs ¥ A A — REHEHA L7+ bT 4T 7 4
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Detector
(reference) re f

Probe
pulse

Beam Sample
splitter

N\

Detector
o) Isig

Delay stage

B22 UIZ7LURNRNIILADERH

T4 b TaTOE— Ry xXHh—
| ) RTLE—E. BBTY
=3 ) ADI U /N—45 —
| g | Fosa
Ry Xh— PC
iﬁ—h~74»9— ElE S
F7rasJatwyy—

FVE
23 {ESNEDOFIR

—. 0.06eV ~0.5eV O TIZIMCT Mercury CdTe) 7 47 7 X —%H L TW\5, AHfF
JENZBIT D TTF-CA ODHPETIE, 7B —T7HOKF =R NLF—IIE2T 1.1eVULETH=0,
SiO74 T 477X —%f/H L7 (Thorlabs #18L SiHtE 7 + N5 47 7 X —),
mzsm%%@@®$%%fbko7%%?4%7&%ﬂ5@y7+w1 EIRT 7T
W SR, By 7 AN —FDEIIAND, Ry 7 A —FaamOEENIRE S 5T T=2
b, O NANRART4NE—="NTDHI L, C>y7%w75~k%ﬂﬁé L. @ BE)
oy Ry 72 AH—H7) 217528, THD, TATIXZ—NLDT T F IR L—F—0D
M0 IR UJEIE S FIFRIC 1kHz TH D Z &b, QOBIEIZ L > TRO R /) A A&RET D
ZENTED, QIZonTE, MAKEK 24 1R LTz, 74 bT AT 7 X—=06DY )
V(7)) & 1TkHz A (Imsic—2) ThD, £z, WEICHW T 477 2 —D
Rise Time 1B L% 20ns 2D T, 7LV AZ EDEBIIKEBERO L 5 RIBIRICR D, Ry 7 A

26



O I
] AN N
R e —
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) 1ms 22 .
B24 RKRYHVRD—IZEB5—FES
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2ms
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HKIE A A
delay %i ie
time '
' i 1ms
! —>

Probe
HAAE /\ j\ A A
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mHES [ DT AR =Ry — Ryl
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25 Fayvnn—&E M ILE—FRIZEZESBEH
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—TIL, ZOT T IR TENTS — b EMFEN B8 0T TR %2175, 20X
INCTDHIET, Ims DI BLOKEDELEDD, VT T NADRVEEOFEGEZ2ZLEI< 2 L
INT&E, VY7V A X (SINL) 2R LESELZENTES, 0%, EHIET el
Tty P—ZAY, AR L72Y 77 LU AMESTOERIVENFITIND, DFEV, K23
OT7Fursraty—F TCORBTLEERREIL, 7 AtV 7y L ATk LTI
TiThhbd, Bl EMTONTGETIL. b ERy 7 A= AEIN N7 VE— R
WCAR w7 A= Thbid, ZOZEERLIZON, K25 THDH, 7a—7 NI
D3 BERITRT L9 1 kHz A TREHZ AR T2 —FH T, N7 (T 7~ V) 135
g v/3— (1B&H) THIIZNTS00Hz A Qms T 123V R) 127225 QBEH), 2957
L&, B UTNNDDORAEIT 4 BB O X 972 500 Hz TEME T2, Ry 7 A
T —FE D N TN — REf S TEBEIEE TIE, 20X 2 REFITH L TH -2 AIH)
=t BRI BENEY A2 RZITT 5, T X DI T D L TESEEORENRIEN ATHEIC
20 SINEARM ETD, AT —RiZkoTlg & bNZESE. A/D a2 "—%—|Z
Ko TTFVINEFITESILIIL, PCIZRERISND,

PLEMEBE ORI TH D, AWM, Lk L7ZEFOR& - ABELOBEN, Ao~
& —T N ORERRIE A S AICEE L TEITENS, T LTESORGHKT TS &
2T —=UPBE L, RORFAIBT LEZMEFZHBRGIND, AT —YDAT v ZiRITHIE
IZR - TERLD, B 1f5~20f 130T 5 150 nm~3 um BBOHHETH L (A, Z
DIEFE 2 5B DS 2 JE U T2 WIRFE B D 53 720 4 0 R, Z ORISR L, AHFSE
BT lps MO 10ps FRETHY . 7 4 LA AT —Y OBENEHHI IR T 5 & 300 pm ~
3mm T D (i~0)o BLED 1 ZFx A0 DRI, M TH L, RERITIZ
N THENKTRIEETH D2, ERIZIT ER L1 A%y U2 MELBEVIKL, SN %
M LS5, WEDHNEK 2.6 1TF L DT,

Bz, Bl U7ZHIETIE, N7 IS E D ROEFTDARPEXEFE L THA S
NHETTHY, ZOMMEICERERT-E2D 2 ENTERY, HEEICERER-E5IC
X, N7 2 AR L TORVIRIET, N AE— RTIERLS /—</LE— RTHZ L0,
ERIRBICB T DR R ZWET XLV, 20X L THEENENOERIEZD M
LHZ LT, AR/IREVOYERIINCER DS L MEEEHLZ LN TE D,

E—LB A7 Te—7 N dmmsEer s XN TH U TCENT D, &
RIZBWTHARDO B — LA XEFFD, KRN TIE, 7 7~ - FaRsL
JHEDNWFTNOGEICBNTS, MBEOELGIRETMDLZLEZHMNE LTS, ZD7
DITIE, REFREICBT 2R 7O — a5/ S L, ZRVX—HBESCELRE L 5
DLMEND D, EDTD, T T~ - RS E BN T DB, BAEE
B S cm OIEFITEWER D 90° dilft LmEE AR Lz, 24Uk v sBHE o T
TP HIRAMED B — ABIE, FRERL, 200 um ~ 300 pm, 70 pm ~ 120 um & bR
FINEL e TS, r—7HE, 2LV b/hSWVWE— A REFOMNERD D, D
EEFBHLIZON, 27 Thd, LOKDOE IR 7O E—LRIIH L TTr—7)
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E50 AT—I0M E50 AT—I0M

mE O B T OmiE T B _*
t, t, +At

., RAT—Y0_ {EEO0
% E g
t

1R F v 2 (HHE)

| pEasnwzcmyEL

2.6 R T—TA—THRREDRN

Pump

Probe

Probe/SJILRA D E— LEMN Probe/SIL A D E — LEM
Pump /YL R L RIFEEDIHE Pump /NILR & Y+ /NS WNEE

®27 Fo—JXO#EUNGE—LE

OE—LERFARE, b L EEAETHS &, Ry TRORMBE LN/ S VHL 550
B A>T LEV, BREERGEHEOBRENARFENCE>TLE S, ZNECITIE. HADX
DEHICT BT WO E— MEE K THOZUK LTS CTEEY, Z9F5
Z & T, EEEDNE R D O RO EGED T ENTE D, ABETIEIT =7
DE—LENRTHDO 12U TFIZD L HIT LT,

Flo, U T R AL UREENEET DAL, Tu—THOE—LBE, D KA
AP ARED BNSLT DI ENAE LV, TTF-CA IMKIR O A M CHips ik & 72
B, FEHZ &> TTRFBEIMOM E N2 D RAL U BFIET D, K28 10FT LD
I, TTE-CA DMFHE N A A HEEITES LT AV T~ B THY [59,60], %0
R B A A A X413 200 pm x 200 pmfRE TH 5.

WIT . B AROBIEFEIZASNTIRA S, HIEFEE L ZADFT 3L — | k
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2.8 BEERBEHMRHAINLEIZEYBESNE
TTF-CA DERFE FA A UHEE [59, 60]

[ o
] 1 (x1073)]

STHERD, T, Tu—73 (1.1~22eV) ODE—LIL, ErEh—1Na2FHiBT 5H0E
BENRT =A== L F 7+ T4 T 7 X—%HTHET D ETiMi L7z, B —A
DZEMBAANA T T THY | BEReOFPIZEBED e DXNGFHET DL ET D, ZDE
X, BfEd O UAR—VIERIET D TR X—OFIGT /Lyl

2

I d
p
—_ =1 S 2.1
Iall eXp( 0'2) ( )

ERTZENTE D, W ONDOEEDE L R—/LTHIEZITV., 2.1) X THR/IN_FET ¢
VT 4 T ENT CoDEERD D, ARTIZB TR, B — A8 E L THESDES
g (FWHM) Z6EH LT\ 5, HERIE L oDRfRIX, FWHM =VIn26 TH 5,

T TNV PEOE—BRIE, 2IRIEARA—FZ =T LA MLRDET T~ A A —T % —
(NEC #18¢ IRV-T0831) Z M L7z, ZhiZ >\ TiL22 HiTHikT %,

FFRAEDO =Y, PR L7 R— A a2l L= FETHEST S 2 LN ARETH
%, LML, S5HITHRAD LT, MO E G RE L FHET 2BRIIT, E— A0
AT 5, 20D, FRAEOEAEIT LY EfRE—ARORBL O RNELE D, £
ZCAME TR, A 7=y DB Lo THRIMED E— AR EZJE LT, T4 7y Uik
LI, HM2912d D Ko, L= —Jtotlli it L CHREIZ T A T EAHRALRN S,
ZDOFEBBE R ET HHETH D, T4 7 OBEERE A EIC, L — — OB EEE %
Mz & > TF ey D EHITRLIERRERBO L5 RIBRICRD, a7 4y T 1~
JIHI L TE—ARERHTE D,

BAE AREHCAH LB ES FRIC ENTETER»ERTERZE LT, RAEL WD
BERDH D, BARITRIUREOWETH Y | SBHIAS LI2HOTREDR Ve 1072 2 Fff A &
T (X210), 27, BEHIAK LI RIIRBARREOHES 2, b L{iF7ue—7
LTWdEEBEZITE, filE LT, 4 FETIHRD TTF-CA FHAIZE T 57 7~V
i DA% B 25D, TTF-CA OFHAIZEIT 5 0.75 THz (R 7o hn@Es) oYeo
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L—H—XDFEBEE

F42

T4 7 DRENIER
B29 FA4ITyPEICKIE—LEDAE
w10
B
g 1(z) = Iyexp(—az)
A a: TRURZEL
L
Iﬁ Iy/e
N
u(Y)
B
1/a =RAE
ABREMN S DIERE (2)
ASH

v

AElzm,n oD (2)
210 RAROHZE

RAEITH20 um, v —73 (1.3eV) ODRAEITN400nm TH D, ZOHE, A7k
DI L TV DIESICHART, 7 —73RIC k> TEHEI L T AEROES NMEV O T,
BTV, —FH, 7= NORAENR L THORARIEE AR TEHWG ST EE S L
ThbH, ZOXIRRIUT, R FHTETEBZIBHIE L TOAHAITT LIZLIFAED
e ZOEEX, RUTHTHEIN TWARWEIROISE S 7 —7 ik > THRE LTy
HZ LT DHDT, ZEEET VIR ORI FIM O 2B LT DS BT

% [61],
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F72. SHG 7'm—7 OFEITIE, AR OR ARG T  JEMTE L F e E
L5abt—L U ARLEZDNENDHD, 2 — L ARIZOWTIX 22 ST 503,
IRV T, MR OALET Otiidrm) TRAET L0008, AHOTIZ L -
THOHLWERI SBRWREKOESOZETHD, HmOEALY baL—L U AEDOHR
FHWEAIZIE, 2t — L AEREDOE S OEIE D . JEHIE IR L B B % DY
FELTWDEEZNITEIV, FHEHAO SHG DBAE D at —L v 2R L OFERITLL T &
I D,

s Ao
L. = =

k,, + 2k, 4(n,, +n,)
22 i CRHAT 2B OGE T, DRDNEITROEITR D3, KAELO SHG TIEREDS
PROFITR D, ZHUCE Y KR SHG D2 b — L v 2R (3B A SHG I2 A~ THEL 7
V. Z OHBAETHERT2HOEED 1/10 LLTFIC2 5, #lx1X, TTF-CA ® 90K (Hk
) 28BS 1.3eV (I 953 nm) ., 2.6 eV OJEFRIZZINEI 0.96, 1.54 72 DT, [
SHG ® =2t — L U AREIIH95nm & 725, TTF-CA OHMEMIZKIT 5T 7~ Ry 7—
SHG 7r —7 DGHEDRARK - a2t —L U AROREZ, #flé LT 211IZEEH, =

DELAEIE, SHG Db — LU AER T B —T7HORAR LD bEW -0, BllllfEkiiae
— LV ARk THESNS, LT, ab— LU RAERFIET I~ VY EOBARE LD
HHITENED, T TR Ko TRBID—ERIZENE S 4, £ DK 100 nm F2EEIZ
BIFHZA%E SHGIZ X VB L TWD EZ 2 T L,

2.2)

TINIVYIRIZK D=8 (~20 um)

SHGIZ &k 5 #8581 (~95nm)

& §SHG S
(2.6 eV)
R)! .
C "
AERm, S DERE

B 2.11 TTF-CA hi§MIZH1+5 T I5IAILY REhiE—R 5
SHG 7A—JDiFen@AREIE—LVXAROBER

ERRIE A TIL, RIE TR TF—T a0 —T 552757207 T4 F A2 v b (A
BREMHEL 7 FA4 4 =) W=, 207 T4 FAZ y NI~ T LT AOWEEEZF|
HALTHHAEZITY, 270, BEHIANY T ADOHN TR WEZEE ICHBE S L, ~U 7 AD

32



HNDGHEE LSRN D ERBOY > TIVRNZ =0 5O E 8 L THHISh 5, 7B
T =R _R—= & HWTHIRIZESS LTct, SR &5 72—l 772,
IRIRAE D T= DITITEZE 25 < BN H L3, TTF-CA IX=HIR - EZEORRE CH#ET 5, £
Di=, T 274K BREICREZMAI L T D EZES| X 2{To 7o, BEGXIZITr—Y A=
VA D Z— RN T AT, REIOREX, YTV —ZERY T Sz
AEN LV E=F—TDHIENTED, L, W= _N—R MILDEEEDOH T E
W& BVESRHCHIE SNZIRE E CREMMAIS NN LR H D, TTF-CA IX, FHEEEH
AT DL 1.3eVDONDKHEEPRES LT D, 1.3eVONE T n—T7HIZHNTNDE
AR, AROHIEBIRE Th 5 81 KifF CREKDOIBENE\LT LD MNDDH L
T, BRERELLBHSNTWDNEMRT D ENTE D, £z, 77~V .
RIS DO WF DA TH . JRIEIC & > THA U 288 K R EUE 5 ORI AR
AT RPN E S TRELS B D, 20, BEGEBTOREHRT 52 L THaleh
DHHIMNELL R ENTWD N EERARETH D,

ZOMIZ, KRR T L= =0 HEZAT O BRICEE RO, L—F =A@ T 72oDR
MORIRTH L, N7 e 7 —THOmFcx LTHahidmE s> & BANAESEME
ThHO., o, AMEKEZEERT 2 FPREELITOT 0, AFETIE, 77~V EE O
Ba1id, Pax #E840 Tsurupica &9 B A L7z (JEZ 1 mm), Tsurupica ORI
ARAL « IR & THz SR CHICREWIEBERE A RO Z L Th D, £z, RIS DS
A121% Diamond Materials fE# D% A 7E - REZMEH L7 (BEZ 400 pm), ¥ A 7E N
X, AIRSEI N D T T~ VY SRS D F T AR BB R A RO IER R BN TH D
(5 um FFTICAFET D27 4 2 N K D/ E W E RS ), FIRIMEREIR O848 & LTI,
BaF, 28 LIZ LIZHW B L5, BaFyid, AFFETHEM L72 0.1~0.13 eV O ZEilET 573,
WA Z LT K DR B Z OB ET Do 7= L MV AD L S g AR
N UVIE DRV OV AL, BITRHUC K > TV RATBRDBIN D T2, AR TIXA AT
Y FBEMH L, X212, 21312 Tsurupica B & XA 7E Y REDOBBART Nvhk %+
NENR LT,

100

80

2.12 Tsurupica D
BREARY ML
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1 10 100

Wavelength (um)

22 BRETIANILYBRORESE

221 MBS EH

133 HTRRTZ L DIZ, T T~ VEITERND T = b S PV A % 22 R A K -
CTEWHERRT A L TRAESEDLZLENTED, T I~V EORAEIRS T, EBEOIE
BRIEFRE IR W T, IERIE LR 2 R L < BI & 2372012l Z OfEd B A
BERM AT T2 T BN B D, ARSI &I, BRI O VR b S
B DIV ADFES P 2[R U E T 72D O E2 £, X 2.14 ITAEEA S oA
T, T IO ELHNZE > TRLIZ, 7= MLV ATRESETOR A DB A B
~ED, ENENDRTT TV ERBETHETDH, 7o MRV ET T
T 2RI T D HMERSE LWEA . S A LA B TRELET I~ VY IR TE
VRS (K214 75), T, MHEESEENHEZINW TV THD, —H T,
W& e P AARE T 2 HEN R 2856, KA LR B TRAELET 7Y JIEA AL
PHIRETERADSN., BHdH Y (M2.14F4), 20X 2, FEREIEFHRERZ T
BhaR K < SR AW ZAT O T2 DTSN A SN EEIC 2 D,

AR A SR 2 R TRTEB RRFHINGES Z &N TE D, LT TIET 70 3
EDOGEEZRD, T I~V EICHNOND 7 = A MV ARNDKDOWRE~T h v
ki ky, TITIVYEOWEANY MV E Ry, & FRT L EEEEFANT

kTHZ = kz - k1 (23)

EELZENTED[62], H—D/VANLT TV EBAET DA, W13k, / k7
DT, 23) RFKROLHITEEZHT I LN TE D,

NTHzWTHZz = MW — N1y (2.4)
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(U= S Lo B ESEHN

— #REhTLRBA B ENTUOENMEE
A A B
Wﬂﬂ% ‘ |

A’C%E Li=3t

HHEOTHh

X214 GHEBSEHEOBSE

2T, n. ol ZTENENHIET BIRTONOIEITR & JER K EEF T, RIZ, B miT
e sV A O FULERE TR 5,

dn
n; =ng + (w; — a)o)% (i=1,2) (2.9)

Z I T, wo nlIENEN ANV ZAOHRLEEEE . FDOEEBIZE T D EITETH D,
(2.5) X%z (24) R AT DL
dn

NTHz = No + 0)0%
L%, FET = B MoV ZADOBEYTERITEHE LW, S E BT TE o 72 b O M
a0 T, (2.6) RiLT T~V LRI T = A NP OL R D3k A
T HENE LW EAER LTV D,
EENIIERE N F R OIE S LITARRD T, ZOWEIEE OMNAAREA TSNS,
DFY | HREGET IR T TND E AL TIHEAEENTRIND, ZNEER
PICRT & MFERESAE

(2.6)

Ak = |kryz — (kz — k)| (2.7)

E LT, MR N
LT Hma
Ak zlng - nTHzl
EWVI) FF R L TWhiuE vy, 2.8) ROAFHLORFaE— LU AR EMEEINS,
(2.8) KILT T~V B EDGEDOERAXTH LN, b — L U ARIIMOIERIE T
FIZBWTHERTE D, LT RENICIT D EEBER O RIL, faaDESRNBa L
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— L UARREO L ZITHRRIZRD, BEENabt—V U AREBID EHD LIED D, =0
72, RBFRICEBWTCEBEREREDT T~V « HRANOFEDTZDIZIE, BVvatk
— LV AR B ORI S RE RS MBI D,

222 WNILVAHEFREKICEDERET IANILYIEDORE

AT, BREDOT T~V EERESEDLOOFIETH D, SV AEEREICZDS
WTCIRRZ, BHE DT T~V AR A S D 720 ORI AR O, LA
i 3TV 5 Ti: Sapphire L —H— D E (800 nm, 1.55eV) 1Zxt LT, OIS HE
(BRNEFEE) HAmnl e, @Qab—L U ARNPEWVWI &, OBRGREENREWZ L, D3
DTH D, FHERD ZnTe fEfmILZ D2 O L Q@AW T-T 720, T T~V EREFRT L L
TS EASNTWD, LaL, 23eVI[63fTHTICNNY RE¥ Yy v IBHEET H DT, EE
e EIF T & O FIRINAAE L TLE S, 2D OBEEREILR < 72V, ZnTe 120
THEMBOBELZRET 267 F~ VY & mME LT 2121%, BEEENFE LR NED
KARETL—P—%2 AL, TOBRRELET I~V EERDIADLERND D, FEBRIC,
Blanchard & (359 50 mJ O HRE /L2 2 KO (FWHM: 40 mm) T ZnTe f&dn(C AH 7
52 &T, 100kViem 2R 57 7~V ORAEICH I L TWD [63], LarL, 2Dk
X R 7R CERBLT 5 Z & O LWRD TEBRE DO SV A ZHWTWAH =8, LA
IZZ LWy,

— 72T — TN by T O L—Y =i AW TERE T 7~V 2R A S D ik
I%. Hebling 51T & » THB Iz [64], T DOHIETIE. IR FR & U CEMKRGE
R LiNbOs i i & V5, LINDOs A fuII R E e IE S B2 o Z L2z, N ¥
¥ v 7N 3.7 eV [65]& K& W2 800 nm D IEIZ% 9 D HEEBIE A E, —J5 T, hE
(800 nm) DEEEITHR (ng =223, [66]) (I7 T~V HHIBEDEITH (ny, =
479, [67]) IZHATHRV/NEN, ZD72d, Bt & T T~ il A Efh OB & I
FIREA AT TS, ab— LU ARPENEWIRERH o7, ZO XD Rkt e T
F VPO R E 72 BPTERZEITEIK LT, LINDOs fffi TIETF = L > a 7l & 9 Bl
ETDH (K215, ZZTWIHIF = b raZigtéld, MEXMERET 5 I L TR
FHENZT T~V RS SNHBGDOZ L THD [68], T OBRIIFEHETIZRIT
DEENT T~V OHWE LY RN ZOICAETTREY . KATICR T 2 ERIEL L
TWo, ZOHETHRET LT T~V T, Dt & OZERBYER Y WD, @R
b5 Z L1T#E LV, Hebling 5%, X 2.16 DX HIZHhENO SV AEAEEITHZ & TZO
ML Rk L7z, ZOXIICTDHIET, BETLT T~V ENFMHTEREDE S
. NFEREA R ATHE ST D LN TE D,

kLSO SV AT, T T VYRS SRS EIC B I EAUT VWO T, X215 H
LXDOHEY, R HT D LN TE D, BT 2 ELd IR RN ORETE D
DT,

e )~62° (2.9)

v
¥p = 6 = Arccos <ﬂ> = Arccos (
NTHzZ

Vg
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JhEE S D
/NJLAE LINbO,#E &

B 2.16 /NILAEMEREICKDTIANILYEORE

LD, OOV ARERNEIIRE % IRBFFE 7 L — N ko TR &3 [69-71]. 2011 4RI
X, 7SV AL —4 m] O Ti: Sapphire FAEHIRER S 1 MV/iem Z# 2 5 @BE T 7 ~/L
VW DFAENRE SITND [72], FEEOLFRIZBW TV AR ZHIT 2 012%, LTl
REPHE T (F—T 4 7)) LV ARTREREND, TDOHIEITOWTITfHE A IS
L7,

7o, AWFFROBIMELIE G EBRET T~ LY W AEDFRFICIT R & 2N b - 72, %
D—DON, HHIFRIE N FAERIC LD ERET T~V ORETH D, AIERIE LA
PR ORI, R FICRE R BB AT — A M a2 E D 2 8T, FEWICTKE RIERIER
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ZREFHTEDHLEVIZLETHD, LWL DML LT, DAST (4-NN-
dimethylamino-4’-N’-methylstilbazolium tosylate) <> DSTMS (4-N,N-dimethylamino-4’-N’-
methylstilbazolium 2,4,6-trimethylbenzenesulfonate) 73& %, 5] 21X, DSTMS #&fa 23T
I%. Ti:sapphire FFAEMEIESROH N 2687 2 MU » 7 BEIEGHT L > TE#L L 72 1300 nm ~
1500 nm OIEARSMEZ Y & 925 2 & T, HMV/em ~ #t MV/iem OELREZF>7T 7
AV OFEAEDNRE STV D [73-75],

2.2.3 Electro-Optic sampling [Z &k 5T I ANILYEDIRH

T T A~V DFEATTE L RRRIC, T T~ ORI TS b IR OGS G A
D, MMeEAA v FEHWIZH D [76]. BT 7 A~E RN D7 E [77]. W< D
DIFENET D, KEITIZZD 9 bO—>TH LM FRE R E 7 = b P/ UL A L—
P —% HW =T 7~ O 571, Electro-Optic Sampling (EQO ¥ 7"V > 7)) (22T
AT 5 [78],

EO ¥ 7V U 7 ZiE, ZIROIFRIIHFIRDO—D>THL Ry T VAR EFMT 2,
Ny VAN R EIL, R TR ICERESG A HUIN L2 5AIs, UL 725 I Hep] LT
FEm DB ENENT DBEOZ L ThHD, 7T T~V ED EO Vo7 v 7 DA,
JESTEOENEZ T DHIELT = A MDD L—F— LR (T VTV R ERER) |
ElCHIINEN D EHITT 7~V EOEGRS Th b, 77~V DM (~1ps) 239
TV TSN ADIIVANE (<100 fs) KD bHaRWEH, BT TV RIZE S TT
TV BT L AL IR Ry TAVAMENAELT D, RNy TNV AERIC LD
PROEL, FEREHBRT L2V 7 7V ZAOREIREEZ L ST 5720, DR
BAbERHE L, TZhoMETEZ L TT I~ VY HOBEBGRSEET 52 LR TE S,

X 217 \Z BEO > 7V U 7T ORAK ZR L, AKWFETIEY 7Y > 7500 A2 Ti:
Sapphire fHE IR DO H ) TH DK E 800 nm D 7 = A MY VA L IERIE G FAE R ITIE
InTe fimE HONTWD, T 7~V YV ERAS L TWeWnWga (EX) ., BERFEETAS L
PV TV AE, BERMREAD E ES A EET S, Mmamim ety oL
AN A B CHEICEZ Bz th, 7T v L—Y—T7 U XA THEHR G & BiRE Iy E
S, 74 T4 T 72—V ESmNSND, EROGE . #HRIEA & BRGSO
RESIFHELVWOT, T4 77X —ITRHENDEZDL0TH D, KRIZT T~V ELBA
NI o5642E25 (TR), Ry ZNFIC K > T ZnTe fda CEBHTERAE T D720,
filian a2 @i g oY 7V 7o ZTEBRE G SRR~ S BT D, ZORER. A/4
WEW, 77—V =TIV XLEBBLTCT 477X —CHRHINDEZNIEREL 2D,
COENEEOREEIDLHWHETHZ LT, 7T~V EOBLRYOKE S 2D Z LN
T& 5, BERMARHERIILITO L 51225 GRS B IR L),

E = LArcsin u
THz 27'[[7’137‘ I|| + IJ_
ETHZ: 5: ? /\/I/‘\/?EZ@%%T)@@
do: o7V 7 v 2L E
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I: ZnTe fEdh DJE X

Ng: Ao (31T D ZnTe #&fh O 3
ri A v AR

Ly I HEGR Y & BRI e O i &

EO %> 7V 7 OB TWD EIE, T T~V OV AR E L TCOME TIER< E
B A RETEL NI ZEThD, TV T/ AD VAR (<100 fs) 137 7~
VDA (~1ps) KVEWOT, FEEPIZKET 5 mE ORI ELR Y FI2iL, X218
Da~cDEIKERTRBEAEN DD, Ry FNVARITF TV TR EER->TND
RERIFEIR D7 7~V Y BRI Lo THIERE I ENDHD T, a~clZBWNWTZDOREI S, DD
(2.10) IZBF DI - 138D, XoT, BTV TNV RET TNV EONERE (=
BRFREZR D) 22 LSRR OHEEITH 2 & T, K218 EITRLEZL S RT T~

sampling  znTe NAE RIR 75> L—%— detector
pulse T XL
T I
I,
EiRmL BEHREL AR

HH = B

BAREx BERARL
THz pulse

217 EOHYUTYUFIZEBTINILYREOBRE

" Eryg (0)
~1 ps

—~ .

~100 fs Sampling
Pulse

a b C
X 2.18 EO Y27 UJIZH I+ HERERORIE
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WOBLRE 2T HZENTED, 2O LiE, —RNIITEREEEZFRT 2 &0
W#ET®H 2 AIHER OB &L ORERENTHD

224 TIANIWYRBRBEOR Y T—FO—JREDNER

BRETISANIILYKESREE L EO sampling DREFER 219 \ZARFZE TR L 7= @ i 7
T~ PEREAE D RN, EO sampling DR E R LT-, BFRORFHIG L [12]1% 551
L CW%, JJiiE Coherent #-#4 Ti:Sapphire FFA:HElE#s Libra Td 5 (FELI: Coherent £
1 Vittese, S YGIH: Evolution, 0 800 nm, H77: 4.2 mJ, L A1lE: 80 fs, # 0 K L
JEW £ 1 kHz), Libra 226D 1% B — LAY » X —BS1 T_DIZpF 5, HElI%O=Tx
N —TT T~ AN OPA ] =3.6m]: 0.6 mJ] FEETH S, WEIZOINO 1L,
WX T A MY w7 BEEZE (OPA:Optical Parametric Amplifier) ([ZASf L., TTF-CA IZBIT 5T
TV D ERO 70— T L THWE, TORFERICOVWTIHR TS, &9 —
FFONHIFTLV ALl L2 THETHRIZTY A— NIk BS2 TS HIZ 22123 bivd, 47
FOWRIZ 199 RETHY ., KEODVRNFIZT LTI TV AR L ZNHIET T~
WHRAICHNOND, £T. T 7~V EFEEONFRNOHIAT 5, KIET 1 LA AT —
T ES500Hz DF 3 v 8—FiEil L7ck, SV AEEEHED T2 O DONFRICAS T2 (500
Hz DF 3 v /3—2OW\WTIE 2.1.2 B, 7OV REHEIT 5 HIEIZOW TR A BR), =
DL x| BT (Grating) (23T 2 BRI L mD 572D, i EORGIIMFE I/
S>TWD, ZONFRIZBWNTRbEIEL, BH#ET (Grating) . L3, L4 T/ UV AHEBMET &
U714 LINDOs S EHIC AT 35, L o XORITIIRIE YL 2 HER YE2 T 5 72 9012/ 29 Bk
HWP 23MFA L TdH D, LINDO; fEfNDIAE LT=T 7~ i, fst LiEWiE S PM1

(=10.16 mm), PM2 (/~100.16 mm) T= VU A — bk, KOE—LREEIATONT-%, PM3

(=50.8 mm) T ZnTe fEfulZENEN D, T T~V ORIIHET M TH D, £2. PM2
& PM3 ORI 2 W+ 572D DT 71 UMK (Teflon) & . T T~ R OFRE % 7
B D200V AY—2Uy Mkt (WGl, WG2) BEASI TS (#ih),

WIZ, o7V TV ZNEIZOW T T 5, BS2 THHEI S 7 TR E 4 i3
HT2HDFZEND 7 4 /L4 —VNDIL, RAEHES NS D7D HWP2 & 7T v L—HF—7
U X2 GL1 218 L7=t%, L5 T ZnTe fgmicEsns, otx, 070 7002
(3 PM3 (ZZ21) b/ & @il U CRE RIS D, ZnTe Kz & L7z 7Y 7
JVAITL6 T Y A — hSIhictk, V4R QWP, GL2 THEHR I & BRI T Bt s,
FTDW% T4 N T 4T 7 X —DI, D2 TRT7 U A5,

1k A (AS5) R Band Ko, 7V AEE RELAEIMEIT 57D D/RT A —2—
DL Y FIIHMEEMERH D, AR TIEA =800 nm, p = 1800 A/mm, My =0.6(f; =
100 mm, f,=60mm), m=1L792%Z & TV RAEERMG~62°% 2L L7-, F7=. LiNbO;
FAElZIE Mg 23 1.3 mol% R—7" S TWDH b D&MW 2 [79], ZiUdki OB ERIE A LT
L7 Toh D, LINDOs ffml LN T 7~/ O S Haicxt L TREIZ/R D K 51T, 62°
Thy FShTnWab,

WIZ, 2BDUA Y =27V v REHETFZ2HNTT T~ EIRRE 2 089 5 FikicHoWn
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TitBAT % (K220, [22])., 77~V KITHHRYE T A Y—27U v RIZAHT 5, 280
9B, PM3IZIEWIEY DT A —27 U » K (WG2) IR Z @ AEICEET 5, L
M., ZOmEZ0°LTH, —FHT, b —HDOUAY—27U v N (WGl) OAEZITHE

L1 L2
/ D q . \
, Sampling Pulse ,
A Probe /4 Bs2
i Pump pulse for
- THz wave
generation
BS1 | Delay
ys S Stage
/
_____ Pulse
Front
™| P ilting
Libra System
PM2
WG2 WG1 Teflon Pulse
L1y
DI D2 ZnTe EO Sampling
Cé él System
<~ L6 L: Lens
L7 L8 - D: Detector
< <7 o owp BS: Beam Splitter
WG: Wire Grid Polarizer
\ / 0 e GL: Gran Laser Prism
VND: Variable ND Filter
M HWP: Half Wave Plate
\ ] QWP: Quarter Wave Plate
VND2 PM: Off-axis Parabolic Mirror

X219 BRETINVYERELEOYIUT) VD ITDHFER
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Erp,xC0OSOxcosé

__\/\,_T ffffff .

E;y,xc0s6 Eqn,xCcoséxcosd

220 TA4XY—5)y FRAEFORTFIZCEDTISAIILYREGIRIEORE

FAZLEEZ D, WGl 2 LT T~V LB EIE A cosof <1, REH 77 1T
<o TOTTIVYHEN WG2 T 5 & EHRRIE WG Z @i 3 2 Al dDcos? 0fF1272 %
— T, IR IR D, ZDO X I WGl DAEEEZ D Z LT, WEHBITE 2T
(ZEHRNIE 72 1 Z2 EeICTHIET5 2 LR TE D,

TINVYRBRRERAZROBPBLEREBRICHRE LT IANLYRIZONT T I7IL Y HE
FREMEST DERTIEL, £ LINDOs ff b DERZRIZT T~V HOBEZRIETE 53U —
A —H —%iE <, RIFFETIE Gentec-E L8 T-Rad-USB & F\ 72, ZD/RU— X —X —DfH
ZRER L7285, LINbOs fES N DRAET 27 T~V YR OMENRKIZR D X H 1T, fEdh
ECONFREHMES D, FRCHEROIL, BEHEF~DOANHAE L BHEFOMAETH
5o fHRADPSSNDELEIT, ZOZDIF VIV AHOMEBAELZRET HEERNT A—F
—ThD, RIT, BELET T~ VY EOEGERZTET 5, ZO72DIZ, PM3 OEAIC
T TNV A A— % —IRV-T0831 (NEC ##)) Z@E\\ o, ZOT T~ WY A A —T % —
X, BETHET AR A =X =T LA ML TETEY., 77~ EOZERI 7258 54T
HEESA—THIENTELLICR>TND, ZOA A=V —5ERLENDL, T T~
VW DFRENTRL 72D X 212, DOBENHRTOE—LENNSL2D LT3 2O
BiagT 5, SV ARKE LTOMENRFEILTH, E—ARN/NSWIEEHLTOESHR
EOEAIE Vim) IR T 50T, TINYEE/NSSKENRTIHIZLITEETHS, K
221 (@) T T~V A A—=Tr—THIE LIZT 7~V OREN i &R Lz, IUADH
Pt A 13280 pm X 280 yum Toh 5, T OFRE A O x BT 22 Wi AN 2.21 (b) @
BRI THD, BREBOT LT NCLDT 4T 4 TG T T~ HO E— LD
180 pmToH 5 Z &350 5 (BREDYERE) ., 7 7~/ VOB RITH 300 yumTH 5 =
ErD, WEEFRBEORPFIIRAE TE—AZRKILTND Z LN D,

T TN A A= =L L DT TS TT 7~ VY i EEE SN TnW b o
T, WIXTEO VTV U T H 12D T T~ e 7Y 7V R & 22
Do NU—RA—=H =% BRIV DLEBEAITEWIRET, EAfHETErR— V28 LT
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Intensity (arb. u.) =
-

O%

.-
______ | T

400 200 0 200 400
Position (um)

221 (a) TIANNISM A= v—TRELEEARIZCETEZTIANILYEDBRES T
(b) BESMOMER (Fh) EHFICT7UICEKEZ T4 vTFaVYT

(

&

400

N
o
o

o

Electric field (kV/cm)

200 . M
0 5 10 15 20

Delay Time (ps)

~
O
~

Fourier Intensity (arb. u. )

L | L | L | L
0 1 2 3 4
Frequency (THz)

B222 (a) H219DAFREZAVTEESEETIANIVYEOES KR
(b) (a) OEFEHDI—)ITEHLARY ML
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TNV o LS ILKBRT HMNELHRT, ZNITED T T~V EOZEMBY R E D
IEESNDDOT, T~V TV TV REET, o7V TV ADE— L8150
umll FCTH D, WIZEO o7V > 7O ZnTe fiifh 2 HESICE <, fEdOEAE 1 mm,
H L<IL200 ymTHD, T AT I X —DBDOEGT T I - [ ZBELRNL, T4
ART—=VEENL, TITNNVPFETF TN TV AOREMRER Y BT S, 2
DEX, TTAVFEORENRTED L7 FAREMLCIELWENTERL DD
T, VAXY—T Uy RESIRTT I~NVEOBELEE LTELS, ZOEMT, HET
HIUTES T T TN E RPN IR EF/RET 5, R, F o7V IRV RET T
VI OZERIE R Y BDENGE . T T~V OB 2B/ NHMEL T LE S O T, HEEBSYL
HThDH, EIL, TAVAAT—=VEEINLRNOESY T TV E ATy o $T52 LT,
T T~V OB BGT 5, EIERE OMRHEIL (2.10) Kb RDDHZENTX

o BHREARDDEE, VA=V v RESITHEZE L L TWDORIIEZ )T
TH<,

EO V> 7V U Ik ORE LT T~ VY EHOWEIE AKX 222 () 1T, EE1
ps DE ) A TNV APRFELTCNDZ ERNbod, £i-. BRI SSEAMITH 440
kViem TH 5, X222 (b) \ZIXEHERFEO 7 —V 2B E R Uiz, FLERENH 0.75
THz TH D Z N5, 075, 117, 142 THz 2V v — 7 7REn b5 28, Ziuidk
EROWNUZ LD HDTHD [80], ZD7®, HFRBEEFHRIEL e & T—UF1ULE
BMELZSSIC BT A LB AREE L E L BN D,

TTF-CAIZEIFTEHTINVYRMEDEBRTHEALEEFER  TTF-CA DT 7~V
EOFETHEM LI RIT. T T~V EIEAERZICHOVWTIE 219 LR—TH 5, K

29 ICHEEN TN RNWT B =T HONFERER LIZONX 223 Thd, FAEMIES Libra 2>
5O A% BSI T2/, —HIEEdR LieT 7~ Yl RAEOKRFRICAF TS, &9
—J7DYI% OPA (Spectra Physics £L5! OPA 800-C) (Z AHF L. JEAMWEZHAIT 5, OPA WIS
Tid, FERIEEFNRIT LY 1.55eV (800 nm) D AHSIEAS Signal O & Idler Yo &9 oD
3T B, ENENHESND (AT T 4 AT A MY v 7 BEE), AR (A&

J¢). Signal . Idler YD W E A F N Fhws, wg, w; & FKT L. ZOEWIThor = hwg + hw;
DIV X —RAFHNZFD KO IATh D, BlziE, 1.55eV DD 0.9 eV D Signal
Y& 0.65eV @ Idler oI FHE#EN D, ZOBERTEDT R —DNNEEE D )

X, IR FRER BT DNARBEES R E RS ET (REST#AT) ABHIGRSZE
MNTE D, EBUTIL, Signal Yt & Idler Y62 A S B 7%, BIOIERIE LR Z VT, K&
A & Signal/ldler DFIE (we+ wg) . Signal/Idler O —fF% « =% (2ws, 3ws) . Signal &
Idler DFEEP (ws —w;) EWVSTmbDEFRAEIELZ LT, 0.1eVinD 4eV £ TOIEAN
ITRNFX—DONEBRESEDLZENTE D, TTF-CA LB DT 7~V OBFE T

1%, 0.65eV D Idler YD 2 5 & L THRAESHZ 13eV ONE T —7 & L THUV =, OPA
HHZE OB SN TR > T ERENR L EENTNDLDT, ey M 570
IR 850 nm BL LD A m BT DRI 7 1 L #— (IR85) ZHfA LTz, AHiDOAIEIC
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Libra

repetition rate : 1 kHz
wavelength : 800 nm
power : 4.2 mJ
duration : 80 fs

OPA

Probe pulse

IR filter
A/2WP

GL

BS2 N—(-D~

L1 D1

VND ——

\

sample
(in a cryostat)

N\ Delay
Stage

BS : Beam Splitter

WP : Wave Plate

GL : Gran Laser prism

L:Lens

D : Detector

VND : Variable Neutral
Density filter

CM : Concave Mirror

PM : Parabolic Mirror

Pump pulse

THz
Generation

Large scale view
around the sample

Probe pulse

L2 ﬁlh
e
L/

CM

NN

THz
Pulse

PM

N L3

> o

X 2.23 TTF-CA [ZBFTETIANIVYEMEDERTHERL-AFRDOMRE
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BWT, R (I~ Vi) L7a—7% (13eV) ONITiE o a filfi ) T A
LHLERD D, FET DT T~ WO IT MR TEE S TWDH—4 T, OPA »»
HHI7Z 1.3 eV ORITBFE N TH D72, A28 EMHR (A/2WP) AW TR A IS S H 7,
F-. RO EEZED LD, VT b—F—FY XA (GL) ZiALT, F0D%.
T —7WiE, R EEATETLZODT 4 LA AT —V A EEL B2 ICART S, 22T
SN DO—FHiE, Lo X (L) TEXASNTSi 74 T 4727 %— (D) IZAKNT
Do ZOWIE, VT 7L AN (BRI, 2128M) ELTHWS, b —HoxXiE, 54
JE A TRET DD DRIZEND 7 4 /L% — (VND) Zi@il L=k, L2 X (L2) %L Cakkt
B SND, 2oL KiF. TIINVEEENT H00mESE (PM) (22817 5
e A imiE U CRBHZ AS 2, BB bR L7, MmEsE (CM1) 12X - TETE
CESN7%, L X (L3) TEXEINTSIi 74 bT 4727 %— (D2) ICAHT 5,

BHEICETEIRT—TA—TAED-HDRE 7 7~V ERARFROFEIZON
TiE, BRICRE L7z, 22Tl 7 7~ BT RN OFEEIZONW TR D, T T~
I RN FE RO L Z TR T, TV E YT IOV A D RIT—E
LCW5, ZORET, 27V T ARED LEAMEICE A —/L (50 umf:
) ZiEXx, 2T u—T7REERT D, RS, ZICEMAT 5 HeNe L—H—H B U7k
—/UZEBLTEL, UEOEEIZXIY, N7t e 7 —7 63 ZBMMICERD Z LR T
Ho WIT, BERIMZRER D 235, Zhud, Rueo e 7Tn—T7ORBEEZA 2D

AN T D, RFEREZHFTIBRICBBLZONKREIIFACICRD I 2L THLD
T, BIZT 4 LA AT =V EEN L TRV N E 70 —T R RIICE R 5 & o o3t
XV, 207Dz, Ao e Ta—THRFRFHCAS LERIC, Y a—T7Koi%E (5
WL L) BRELS BT B2 HET XLV, A TIR. 77~V YD
B 2 51T 2 BRIV T2 ZnTe fdh 2 VW 2, 800 nm (1.55 eV) DO {RLIRNEA A ]
W42 EO V7V o 2 HOWTUIERICIR 228, 1.3 eV O HT T~V I & - TRE
MEHET2OT, ZhE AW THRMFEREZRET H I LN TE D,

RIZ, BE—LRENEN TV DMEICHE A E S, BB L7 v =702 ttigs
FTEHL, 20k, o= ERANTEDL LRBPBEET L0, ETIE e —T
I & AR C AR & 72 He-Ne L——% 5, He-Ne L — — | A[fIE722 0 TRIEEA L
TV, FEEFDE (CW) 72O THALREM Y720 O L —P—08REN/NS < REEED D
ODABLAY72VY, He-Ne L—HF— DA MRMHARICAND L OIS 5 L, r—7 b ies
WCAHT 5 X 51275,

2.3 7— 1) TEHBFIN B IRTE

AEEEOBE SIEBOEESCET O OO FIEL LTT— U 2 BHRN
(Fourier Transform Infrared Spectroscopy: FTIR) 723& % [81,82], [X]2.24 |Z FTIR BEM) L4
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RiF

BEELVX

— (]

htes LU

Bk
X 2.24 FTIR SO LEE O

BEOBISX 2 759, SBEENSHIIEa ) A— FENT%, ~A 7Y U TERHC AT
Do PWRIERIOGIMEET & ' 7 Vo idimn L CGRENCE L S D, 3B O O
I ATV AETa ) A— a7k, RESRICARNT L, £, RE2DVEZ2L 2L
T, ABMIE A BB TR CE D L o> T D,
FTIR OHFII I TP AIAENTND Z ETH D, TR KEEZx, THE
DIDIRE 2 SR A2DOBE & LTI(x) & EL &
21X

1(x) < A(2) (1 + cos (T)) (2.11)
LB, TIT, AARKEAMCBIT 2 FWaOOEEZHRT, (2.11) X&Eiv(=1/2)
Bffo CEESEZ, WHERICBW TR LAEDED EUTO X /D,

o)

I(x) < f A(W)(1 + cos(2mvx)) dv (2.12)
0

FROE_IAIA v E—Txn 7T 5 (=Fx) LIRS, SHI2, BHA (v)(=
A=) =AW)/2D)EEANTDHZET, A F—Txu T L0HBEIEZD L,

F(x) « fooA’(v)cos(Zm/x) dv (2.13)

Lt, LoT, FlEtZENLTEONAIA v F—T 2l T b0 T7—) Bt 5 &
T, WEEBDO AT s aBEb 2L TE 5, FITROENLTWS AT, 2ok icLTa
WHGER D 227 M2 —EICBETE5 L 2AICH5, 2L, EIETF2REDE
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Photon Energy (eV)
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B225 AlES—ZRAWVWTAELEARI ML
BAMNKER. ROEANZEILRFRDORIL,

Ja A= =% 5 S NIEE IS THERFH CRIEZIT O 2 &N TE, K% 720 O SN bt
EHESELZENTED, o, L= —FHWTFEHOMELZ EMFEICHETX 50
T, A7 MVOMED (EE) OBERESNZ L BRETHD,

ABFZETIL FTIR 436350 & U C H A RS FT/IR-6200 J ONFEIFERLBAM = = »
F IRT-5000 Z V7=, R, R, BE—A 27U v Z— MHEIHET 5 I E I
Lo THWDFETFNEeD, KR T F=RAF—0.1~1eV OFEENHE TE L X
WDT., TALDEFICITFNENS 0 —_"—F 7 TUA4¥%Y—27 Y v K. KBr. fifkzes
WHEEIMCT (HgCdTe) & MW o, EERICHIEZAT O ETIE. £ETREENEEMTH D Al
T DAY MERIE L, TaiEIC U CREIO KB REZRE L, 2, RENE
ATD 7 TAF ALy FENIZIL, ARG 2508 O & 2505 2 5 03 M 2 411 &
NTWRWnDT, HOHNEORRIZBWTI=A A =% —% FAWZHEEITV, £ L g
T 5 & TREROMMEA I E Lz, K22512A1 2 7 —I2Xk>THHE LAY ML E
R L7z, 1300 ~2000 cm™, 2350 cm™ | 3500 ~ 4000 cm™ ([ZHEEN R SN0, B ITKRA
FOKRER (FH) & ZBuRFE GEUA) ORIZE 250 TH 5D, 2 b OWIUTHE

IR RITET, % 2. 1300 ~2000 cm! OWPUTHNE LImWART MVEEIR E B2 D, K
fFgE Iz @%W LB RET D2 =y DAY ZRRZER TN—TU L
Teo ZAUZED ﬁﬂfml,fakii‘?i@%éﬂl Tz D ENMTE D,

P9ISX—R—YA=-vEEE DEONFEREETHH-OITIE, KEH L TEE0M’
T T MADOERLLEIZ/RD, LorL, @ OmHES %%wkﬁWMEfﬁ%h
HOITREDOEROHLTH D, I T, KFHEN LMONTFEEEZ RO DERITILZ TF~—
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e rzm=y B (KK ZE#) CMHENDEEEZITO 2 LR2W (7], LT TEO@B &7
50
JEDIANITT % LRI I FAE L7 &0 D KR D, RIS RO LIy &My
IR D &5 22 BARRANK Y 32D,
1 + oo I’(wl)
1 =_p
Y@=2p[ L

—00

(2.14)

ZIZT, PIETEMERESERT, ZHEFERRIC L CEEMLH R R & R OMNEELOIITK
DOEIRBAL Y ST,

0@ =-=2p TnVR@) @19
T Jy w°-—w?

DFE Y BFEEBEEEO R RO LATHIUL, Z2206 (2.15) REHNTOLZFETD
ZEMTED, TLT, R EODFEGT D> TWDHE, FIZIERKDO L H I LTS
FEBERDDZENTED,

B 1-R

T 1+R- 2cos6VR

_ 2sin@ VR

14+R- 2cos6VR
ZIT, nkklIEITREBERBETH D, FEORIEIZIWTTEEE 0 7 Hod 2 TOMHE
BB DAL WET D Z LIIRARETH D, D72, Roessler b D FFiEEZHNTH
RO AT NG ICFEERZFET 5 Z L0380 [83], AR THEDHFIEICES T,

(2.16)

24 RBTHEALEHABIZOWNT

Kﬁ%ﬁ%wfiﬁ%ﬁOKWEﬁ\TWCA&THMB@h@:OT%éO%&T@
(S S RE 25 ] L7=, TTF-CA IZOW T, i@ ERICARMIZE SR TH AL [61]1C &
TR S 723k 2 VW2, FEmORIIE S S R d 555, HARYIZIE 1.0 mm x 0.7 mm x
03mmfEEDORKE X TEHAFKRTHS, B, HKOLKRKERED ab HTHY ., ElHMD a
HTh b, MIBHMEHDYZ T4 FAH v MY U7 Va0 T DR, FTRER O R

SHS AT SVvERIE L, a D5 mZ DT,
TTF-QBrCl aEH T, PEZEEIRAMIIEAT OYRNERER IR L L T2z, fbdh
FEIREE 1L, TTF-CA L[RBETH 5,
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HIE AWERBIEA TTF-CA OEREYHE

ZDETIE, AFTROMEWE TH D TTF-CA O AR 72 WISV TR

%o JAHTIEES, TTF-CANEENLIMEDOH T AV —Th D50 FHEEKE E

WIRBEIEEIRIZ OWT, ZORE A RICH 35, KIZ, 3.2 i TiX TTF-CA Ofh

PRI EREE. SRR ¥ F ORI AMEE 23T 5, 3.3 8T,

TTF-CA @%ﬁfoﬁgﬁﬁﬁ%ﬁﬂfﬁ%ﬁ*&*ﬁfﬁ)é B OMFEEIEIC OV TR

%o RETIRARD TTF-CA OMEIX, Mo sk A A M R EM B EIEHAIC b
BT 5EHSNHLEHERMEETH D,

3.1 S FiHEEG & BRBEER

TTF-CA [ZAES Fin B2 55 FYEEIRTH Y . OB THAEMBEIEEED IR
T 5, YRR L IE, BRE TIEnLE 2 FF oA IS K > TR SN OME D Z & &5
#oﬁ%ﬁﬂmmiﬁﬁéﬁﬁkbfﬁ\@%ﬂ%mmm%ﬁ®%%#%ﬁ%imﬁét
D, ARRITEDEFRDBTER STV, QN T 7 T T — )L AFEEIT K o THEA DS AL
SNTNDIOEFBRER LT <. BOWET - B THEEERANFET D, @S FMD N7
VAT 7 TR =P NS W FEEIIC 7 —a UM AEAER TR < L D12
D, OWREIER TH A0 FOFBENBEEITFEET D720, ZERRWERE DS ATRETH
H. RELWVSTEmRETOND, ZNDO XD BREHEE S Oo BRI T, Ty
MR, ERERE, AT (Charge Density Wave: CDW) . A B2 FE: (Spin
Density Wave: SDW) . #{mE&E, LW 722 REFHEDEHR I, WEBFO—KoEE L
THIHNTHFIEN 72 STV S [84,85], AMFZETxGE L 95 TTF-CA L ZnaHLE L=
B, ZhoO~@O0FHEALTWD

%%@E%@ﬁ%ﬁwﬁﬁﬁﬁﬁmki A A NEE RN X —D/NSWEF GO R
—%>¥ (Donor: D) BB OREWVEFZHIEDT 787 % —43F (Acceptor: A)
I ORERK S I, ﬁ%@ﬁﬁ@%%ﬁo# HOZLThD, RICHIT D TTF & CA LSO
il LT, RF—%rF ik BEDT-TTF (Bis[ethylenedithio]tetrathiafulvalene) <>, TMTSF

(tetramethyl tetraselena fulvalene) , 7 7 & 7% —43F CTiX TCNQ (7,7,8,8-
tetracyanoquinodimethane) <> DCNQI (dicyanoquinone diimine) 72 E3Z&1F 605 (X 3.1),
Flz, NI—01. 77872 —0FDO—FDOHEPEHT+TH I Bk A 4y (L L<
21 FY) THAIMELFELTEY ., £D X5 REGETHLROWMZ BT 5 O D ndil
BEOBE T THDILGEITIE, AMEMBERHAL LTEXHZLNTE D (e.g. TMTSFX),

AEMBESERICEWN T, 2L EROSFAMIELZENRD X O ITHEEL., —Kk
TR R ICDIEKITTEF R B E N D, 0 FOREOEFIITZ L OFERH D03, il
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R+—5F i FH TR —

D<) oo

BEDT-TTF 5 TCNQ
i R, Y
Me Se Se Me ; C
:H: g ]I: i m% —N
- S
Me Se Se Me i y; R,
. N
TMTSF | DCNQI

B31 FFr—aFET702T2—2FDHI

MR S E R

D D D D D D A D A D

Jions oopoe

A A A A A A D A D A

Jo009 o000
\;\\V//// >
NFiEREE

32 —RAAHRERBREEFICETS5HRE S XENE

MIZKBIEND, K322, —RITARDEHAOHAF % /~r9, -DDDD - (- AAAA-) ®
ié%’ﬁf~“¥t7ﬁ%t7&~JV?ﬁ%ﬁﬁ?%qféwﬁ’/ﬁﬁamﬂ - DADA - ® L
IZZEN DN AEVEWHEET 2 ME 2 R AR LS, R oA ER B E A
@ﬁé:bfd;?ﬁ%hﬁﬁﬁ%éu\iCDwaﬁ&L;<%<0ﬂﬁﬁﬁﬁrémxn\éITFTCNQ
(—IeHR) R0, $Z < OB FE L ST (BEDTTTF)X (ZIRIEHR) OWEREN
ZEIF oD [86-90], —F, AHFIETHIGE L L7z TTF-CA & Z OEEWE 132 X AR
DHEEMBEEERTH D, LEOSEIIDFOMBHEICL2LOTHL D, AENS
TESARIL, DT OBETIRIEIC L o THMEOSEE L A A HEOSHRIZ T HZ b TE D, H
PEDOEERTITEMOBENNE L TRV, A T EOEERTII R =07 7872 —IC
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BEAOBENEL, K0F0NA 4 1AbT D, TTF-CA I%. iR E TIZHHIRREICH 5 23,

ik & A A ORI ET 2WETH Y, IRE-JE/72 EONGIZ L > THEE

A F O OIS 2 R T A 72WE Th 5 [91,92], KEITIX, £0O X9 R E %
%D TTF-CA OIS\ TR 5,

3.2 TTF-CA D EHEni4E

TTF-CADHERBE - LAMEBHEMBIGEARO TTF-CAlX, FF—0FOTIF &7 7k
TH—=5FD CA (K33 (a)) THERKENLD, K33 (b) ~ (d) 1% TTF-CA O fbfis 2 £
L7ZHTHD, ZOWEMN. a iiFmcsy 0388 LT RGN E 2550 2 & 23y

% [93,94], ZOEFGMIZE Y TTF-CA ITHELR R —RCE R LD, FEERIZ, alibim
DEBELXAZEE (F10°S/em) (X b, cfFAIO LD LY H—HEREKRKE L, BFEALT ML

(BR) LR R E R [95-97]), F72. —RTHICER T2 H I ORE ICHEHT
DL b ANIXERES 728, ¢ WG AN IR B Sy 1 A3 I S A FF D,

FEAMITE R T B3, TTF-CA 1ZIRELE N DZEAIZ K » TH BN EALT 5 hitk—o 4
MR & W O MR AR, TNENOM TOZEMBEL, AT P2/, A A MEFET
Pn ToH b, TNENDIIZEIT L6 MEIEZ 5020 LT IR LTEDOD K 3.4 Th D [94]. K
%, TTF-CA f5fh% c BN G RO THY | ERA AW, AP HEEERS, F
PEAH O ZERIRE P2u/n (X AHE 2/m \ZHKHE LTV D, 2 2 [Bl#h &SI 5 72 5 mBECH
V. KHERFMEEZFFO, K34 HFOBANKIEFLERLTEBY . &9 F O BICKEEH LM
BB LMD, ZERIRE P2/n TlE. AEE 2/m O 2 [Bl8hAS 2 (0] 58 Ak, S5k 236l 27
A4 K (i) 122k 5, TTF-CA OFHFRICHE TR, 2 B AT =y /LD 1/4
DE ST, N TFATIC 2 ATFET S (X34 4502 EHipnT-dh), ZOHE02RBLHEA
X, pHIAAIC=y MEAOEGTETEATREI ATV, 1807 [AHRA1T O B{ETH
% [98], F7o. a B FEATICHE LTV D 1 858 n 25 ac T AT 74 Fa2RT, Z
DGO T Z A RIE. ac HOXABFT ON L TE T FATBEI 21TV, SiA1T O BIETH
Ho £LHDHE, TTF-CA OFMEFICIT 2 X FREREIL, THEEAE . IR, 2 B S A, il
T4 R, OD4>5ThD,

— . ATV TR, X 3.4 ZEICEREITHIDMLIZ TTF & CA 5310 a #i 5 MO —&ik
ERET, RIFENELT D, ZOLEELIHTEMORE X1F0.085 ATH D, »HTH
BEHE 3.61 ADKY 24% L FEFITKRE WV [43], D1 (BE1) BEMLITIEA L 3 f =L 2
BRTEL TS EEZLNTND (Bil), A A MAHOZEMEE P 138 HE m (23 LT
BO, Ziudsisim, b U< X2 [lE s S 722 0 KBS FRED 72 < bl E H oSBETH
e ZDZ EMB, TTF-CA DA F AN EFESMAFFOZ LR END, FHEFHED
X & RS e R (BA) 2l bEAS (2) BHELTWDEZ ERNSNE, =
AUZE D | TTF-CA DA F VRIS D I EAEIL, HEEZEH, T4 K, ©2 20k
L5,
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(@) (b)

TTF (Donor : D) CA (Acceptor : A)
Cl Cl
[>:<§] o= >= @)
S
Cl Cl

B 3.3 (a) TTF 3F & CA B FDHEE, (b) TTF-CA OfEREE.
(c) aBiFRAML RI-EREE., (1) cBARAI RI-FEREE

(€) (d)

I state ' 2 N state
m& Ci—b' )—N—}
i [ . i i =Y
ﬂ '. 3 ! '. "
. W ’ o TTF = - A
I l i i =
| | N T
|
?ﬁhf CA W
1|1 1!1 rIL =12 tll z=(

K 3.4 TTF-CA DXREEZRLI-E, £h1 A %8, AHhHEHE,
- (BR) : REEFPD, 2, :2ELEAB, n: 8554 K@
[94]& Y,
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TTF-CADEFIRE  TTF-CA O E A A HHICKB T 2B - IREORAKEZ, K35
K%ﬁo%ﬁ%@ﬁibé@iﬁ@%ﬁﬁf%é@f\a%®*&mﬁ%&%ﬁb(h®f
b, £, TOTIIE, TTF &3+ O #5818 (Highest Occupied Molecular Orbital:
HOMO) & CA 7y T DOiAkZE#iE (Lowest Unoccupied Molecular Orbital: LUMO) %7~ L7z,
A TIL TTF @ HOMO % 2 D& (REHED) BNEALTEY ., &9 FILER &7
W¢@ﬁ%ﬁ%é(WAWO*ﬁf\4ﬁyﬁmfﬁ\THﬁHDMOﬂECA@meH_
BN —OBEIT 5 [91,92], ZHIZLY, TTF & CAIZA A b L, TN+ & —DEH
FROX DI D (DL A), ZDOX D REEEZ, A A MR L D 2 OMHEER
ECLDHAD=AL, KO, T 28k% et OEALIZ OV T, IHZEB-> THAL T
<o RI—=DBT7 78T E—~ENTZTOEMDPBE) LT-DNIE ﬁ%ﬁbgpfi‘% L. S
EAFNEITZpDORE I o TRBISN D, ¥ 3.5 DX TIL, FHEMHTp =0, 14
PR T =1 O XD ITHENT WD 25, FEERIZIIn#uE) 572 5 TTF @ HOMO & CA @
LUMO O#EEIBISIT a A FIZH N TEY, FT U AT 77— F— 2L TR 02eV D
AIROFEZR Y BFET S [99], T OEBEBIOERVICL Y “SOBEITREK L, pldH Pk
FITHI 03, A A MEHTHO06 EVH 0 & 1 OFEOEZE & 5 [100],

% (o ~ 0.3) 17+ %M@ ~ 0.6)
DO A% DO A° DO A° DO A° D DL DUA DA
e e e
— BEEHEN
| i e — —f— tmo ey
P CTEH ‘
' # # ¥ B voworm L L i CTEE

A
7 —BVHEEER: V

B 3.5 TTF-CA O E A A U HHICHEIT2EFRE

REVIRAILVRERE  RIZ, AV, TV RBEBIZOW T ISR~ S, o TFHOE
FRIRICHER RNV R N T VAT 7 =R VX = NESNZ D, Ko 1ICE
FTWRELTWDEEZD, BETHENELRVWEETHLAY O BHEIIGFET LN, 4
F UMD 2 RIT—IRITCBREENA B~V T BTN L > TET N TE D, 2
D& x . EERRREIZ. K3.6 (¢) DX AL NN AT RREIER 7R EEIZ 72 D
ZO%E, Ny FHEEIEK 3.6 (o) FROL ST, AV UREIEM 3.6 () FEOL)
WX Y v VR D, ZOWRWEOXIZEH DD, (a) DL DRI LIz AE 7% D
2B TH 5, FHEIREE &R TN Eh —EERE 7Ly b)) b =EE
Keg (R 7Ly h) THYH, AV URIEITHERX Y » 72>, 22T, (b) DL
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WA ORI ORNEHE 25, —EHEL ZHIBEOINL LZEMIT AN REEKT 58, ()
£ O IR e Ny RETERT DIIZEL R, ZOLEDAE VX (b) TRO XD
2720 Xx v TREET D, (¢) OREEL (b)) DREZ AL X2, AV VEIZF v
Y IRELD Z IR DHAR R =R F—HIG0, FERAIL D= AT —HEE kE
LA, BITHBEICER, AT 7Ly MEMTy, ZhICkD A0 HBER
HERT D, ZOXIREBE AL L VAR &V D [84,101], —IRITARREENE A B
YRV TET BT, TR ECRI EETT L ARIR TR E /3 /L ZREED LR
WBERDIENADBNTND, DFEY, AV LS TV ARZENT, RORKRITCHEICER
TLHIFFIERBHIR DO THL EBEZOND, EBEIZ, < O—RICEMEBIGH R, KR
TAE VA TV AT L 5 B bA I 297 [102,103], TTF-CA [Z8BT 5 —&E#{kix,
HlE A A U MR OBRIZA U D 2 Doy D X D IR/ A B L3 )L R Tl e
D, ZEBEOBENCA E LS, TV AN KR E R G HE L TWD Z LIEREN RN EE
Z BTV S [104-106],

J Jd J
41 [ [
Iy K} I EEB I* 1* I*
2a 2a
(a) (b) F
$ 4
1 J
J

g T

2a 2a

S B e —

-X
a

3.6 REUNAL INRBEBOERXE (a) ML LR E xR,
(b) REVIRA TV AREE, (¢) RBHMERE VEF, LIES4KY,
(ERIZREVRE. BRI/ Y FigE. TEREXEVBEEZEKRT)

PiE—A1 A R O B IR L TR AR Z 2T, TTF-CA OHEA F U MRS HRED |
FOREERENFEEA T MO EL LI DNE N T &, ZLTENNIT L » THRIE
SNDEDOPITHONTEZD, HEOTZOHIZ, NT AT 7 —2 )X —% W LR A2 %S
2% (K35, FOTHXNALFX—2RDLHNNTA—=F =X, NI —70FOAF b x ¥ —
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In. 77872 —5FDEFBNIT En. T LTDA X7 —2Y- 0Dy —a = x)L¥F—
iV CHsd, ZORTEIBITHA A MHOZ R LT —1T, FHHEEZ 0 & L7z X

ID — EA —al (31)

L%, TIT, aVliZ—2D DA T REAMOETO DAT G257 —r )L
X —FGE R aEICblo TR L EIF5 2 & THE 5415 Madelung =R /LFXF—Th b, %
Bal TG IC Lo CTRED | — kR — Kootk 7+ D55 1Fa = 2In2~1.386 & 72 5 [107], X
(3.1) MBI MNDEHIT, Ip— Ex > aV THIVUTEEIREIZH IR & 720 | 31Ty — Ey <
cWT%Mﬁ%ﬁVﬁW&&éoit ZDETNANG, EMBEER (Charge Transfer &
B CTER) ICXNBERTRVX—63RTLENTE D, THEMICKIT 2 CT ERIT

TTF @ HOMO 7% CA @ LUMO ~DEB TH Y | HFE/ T X /LF—herld,

thT = ID - EA -V (32)

LD A A AMNETHOR—2DODAXTIZTTHLZ LICHEET D), —FH. A4 1EM
ZBITAH CTERIL. CADLUMO 7°5 TTF @ HOMO ~EBF 2 R T ERICS L THEY |
ZTDITFILF—IT,

thT = (Za — 1)V — (ID — EA) (33)

Thbd, ZOLHT, ROKEERES CT BRICLERTRVX —L, SEEEERT 25T
® HOMO & LUMO O/ F—_ KN, 77— FfHILoTREDLZENTHEEIND,
ZDOZEEEBRITR LD, 1981 420 Torrance © DAFZE T 5, Torrance H L, %
72 R HFERE A BB EISERIC W T, BLENL L IBICEN D AEreqox = (Ip — Ea) —
AG L hver OBMRZEFIRTZ, X 3712, AEreqox EMver P70 > b &R T, I 2 CTAGITIREE
ML X—ThV, EAMICHWEIZISTHI39eV EAML LNTND, TDd, K
371 Fhver &l —EaD 70w B EHR LTI, VEROERIL, X 32) & (33) 2B
TV=34¢eV, aV=41eV L LI=bDOTHD, 7z, #HRINA (A~D) NFEIREIEICE N TA
FoowE,. Alf (E~2) RHHEomETchs, o7y b, O Ip—EsDKX
Sl LoTERHEEA AT O TS Z &, @ CTEBOZRLF—)
(32), 33) RUCTEH-TRENCTETZENTED, &I ZERNDND, £, KA
T/RLETTF-CAIX, B X ) EHFMEE A A HOFMEER (e i@ LT,
SOHNGIZ L > THMWENS A AL ME~OEBR AL 232 E AR SN D, FEEEIC
Torrance H 1%, TTF-CA Z & T < DO HMEOSERETIHIINT L 0 A A AR~ MR
BErio 3+ xR L, MEBBICHLERESL, TTF-CA O34 T 10 kbar TH 5,
ZOX IR NTEL 9 5 2 EIXHEERAICIE THEIN TR [107]. EBRIIZHE O
LNTEDIXZ OERHID T T D, ZOMERIL, JEIEINIHE S BT ER OB L -
T Madelung =R/LX—72% B3 L, FEEADK 3.6 ETHIZY 7 LI DIZAE LD &
HRETHZ LN TE D, MIEBOWEINICEL T, M FERDOBDICL L7 —rrmxL¥
—DREN EER2KE L2 L TnD W) Z L, BRI CTHIRR ST\ 5 [108],
TTF-CA MO FEMRIZ LR THBRE N OIL, BEEREIZ K> TH A 4 S 34 T
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L THDH[92], ZDZ L, TTF-CA S, K 3.7128H 2 & 9 ICRIBICBW THEEFICIES
[N E ZAINE L TE Y, BEKRTIC L D RN/ & 2B ER OB I L - TH AR
BridltnwrZtazRLTWND

o (e?/a)
1

-
~
-

(1-A) — Symbol Compound

3.0

TMPD-tetrafluoroTCNQ
dimethylphenazine-TCNQ
TMPD-TCNQ
TMPD-chloranil
TMDAP-TCNQ
TTF-chloranil
TTF-fluoranil
DibenzeneTTF-TCNQ
DEDMTSeF-diethyl TCNQ
TMDAP-fluoranil
TTF-dichlorobenzogquinone
perylene-tetrafluoroTCNQ
perylene-DDQ
perylene-TCNE
perylene-TCNQ
TTF-dinitrobenzene
perylene-chloranil
pyrene-TCNE
pyrene-chloranil
anthracene-chloranil
hexamethylbenezene-chloranil
naphthalene-TCNE
anthracene-PMDA
anthracene-tetracyanobenzene
phenanthrene-PMDA
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THENE, BEME & W o Tk a RIEEICEIN R E LA BT 6T, LR Tk, BFART b
BIZoWTE & O D, TTF-CA DNFHART VOISR, £ OB OME 2 Hif4 5 9
Z CHBERERZ LT TR, AFRTHRHETHIR L 7T—Ta—7 05 e s
Bl 0 2F55[97,109-112], X3.8 (a). (b) T TTF-CA HifESHICI 1T DUTdRIM~ ATt o S
AT MVvERT, (a) O LB FEBEG DA "V (Ella) . TR ZFVUZTEE R A
DAY MVTHD (ELla), AT MOENRHE TRES R D L1, TTF-CA O—
WIEEZ K LT 5, Ella DAY bV TleVEL PRGNS T B — R — 71301
MO CTERE, ELa DAY MUVZEIT D 2~4eV OEE T THNOETERICEIDHLDT
o5,

WIZ ., TVEA A AR E ) A7 FILDOEARIZHOW TR S, (b) OAMICEIT S B
~E®L%i TTF 53+ D53 FWNBER Ik LTV D, FFIZ B O3 Rid TTF @ Next-
HOMO 75 HOMO DERIZL DB D TH LN, Z O RiFHPEA Ao HIEB IR E
SHEAHE L TWDIENTND, ZOZ X, ROLIICEFTHIENTED (K38
(€), HERREIZH W TIL, TTF @ HOMO X% HA INTNDLDTI DL 9 RERIX
AU, —HT, AFUHEREBIZEBWTIE, —FDOETD CA 1~ BET 5729 B DiE
BRHRE D, FEBEIZIE, l37®>En_kmf¢ém@f%B®%%iﬁﬂéMTw
DM, TAUTEEDRKIZE T, p2302~03 &9 0 TRWMEEZ L D720 THD, £
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—J7. 3.8 (b) EBITRLE CTERD AL hUIZiE, TS A F o P~ I L
WE T RN T2 2l A 3BV D, AU A A MR I O T EIRE AT
Ko THMIENEL LR, A4 F TSI Th o 72 even DYEN ~DEBENTFRIT/R D20
ThHEEZDLNTWVD [113], 2D X RO ZEIZ L D CT N ROTEME(IE, o
AHEBERBEEERICBOTHLEI SN TV [114], ULED X 9 R EBIRE T Ao s
D RIBIR AT MIVOEALD B, TTF-CA DA 4 U MR I — IREEB M 2 FF> 2 &
DREIND,
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TTFO CA° TTE* CA- B 3.8 (a) TTF-CA BfERDORE AR

2 FILI97]e EDYElla, FTH ELa,
i (b) ARY FILDREZEIE[97], EH
—— — CT BB, EASTHEB. () TTF O

X P 3+ 1t T srmEmBomtE

BERBBEDORELEIL  TTF-CAIZKT 5 THEA 4 UM O —RESEHIMEE ., FrCEN
BB E O R LA IR T S DD —2M, CA D FDHFHIEEID—>Th 5 C=0
ARy FrTE=RTHD (buE—F), K39 (a) ITRENDZOREIL, CAHBFOD
iRz &> TIREE DR E S BT 5 2 N5 TnDd (CA° T 1685cem’, CA' T 1525
em! [115]), ZAUZE. CA 3 FIZH L IMb B E T2 C=0 FE& O A G MHEEGEIZ A D F56 0
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BEDTZDTHD, K39 (b) 1FH—FHEGFHRICL > TR &7z CA D LUMO Th 5
2. C=0 fEADEITCEMMNEF L TND Z 08005 [115], T Xk - TIREE A £
THENW) ZOMWEEZRATSHZ & T, TTE-CA ICB 2 BMBEELS 7o —795Z &N
T& %, ¥39 (¢) IZ. TTF-CAIZBIFS C=0 A b L v F L 7 E— RONFEEFE R~ k
JVDIRFERAFEZ 7~ L2 [100], BLHI S 72 8RB0 T 1590 em! 72 5 1650 em! DITALE L
ThBY, BMBEIEN0 L 1 OPMOEEZ L >TNDEZ ERNG0D, £7-. 805K /5 80.4
K (22T CORMMRIBEEE DL, FEA A MRS £E © BT B o A s 22 BN
ERLTWD, ZOREEOIREZE) O EMBEREOIRE A E &N R D TZD),
39 (d) OEATH D, ZOFHETIE, pOZIZK LT C=0 X h by F 7 E— ROIEH)
BOHIICELT HE LTWDEN, ZAUTPLUEDRKZFI SR T N7 U AT 7 ==L F
— (~0.2¢eV) IZxfLTCA’E CAT D FHUED = F/LF —7 (~0.015eV) D+5/hSn
ZEMBIESLEND [97], EMBEIEIT, TYEFETK 03, A AT 0.6 &8> Tk
0, FCHOHFTHRESCHICIREZILT 5, Ez, FHIEBAIZE VTR 0.2 OARER 2RO
WY TTF-CA OFHEBN — RN THH Z L E2IT-oZ D LR LTS,
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K39 (a) CADQFDC=ORPLYFUTE—F (bu®—F), (b) E—REE
HICK YRDHT= CA 53FD LUMO D53 FELE[115], (¢) TTF-CAIZHITSH C=0 X
FUYFUITE—FDBEZE[00], (d) C=OR FLYFUITE—FORBEHRE

thoRO-EFBEBEpDEEKFE (BA) [100],
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3.3TTF-CA D EFEARFBEN

Z OHiITIX, TTF-CA OFFHEI L MEE Th 5B RIMFHEMEIC OV THAT 2, ZAr AR
FHEREFNCHR I DFNERE W I BEIZHOWTH L7-%. TTF-CA OMFEEMEIZ OV

THANTZIATIHIENC SN TR T D [116], RV OF R ER 2 VT, TTF-CA & —f%H)72
BN ERZ 95 Z & ¢, B NHRFEROMWE 2T DN TED, UTD
Foa ISR [8512 & 1T LTz,

F9, BIABRFEEEE X HENC. REWRRF B IBREBEED —DThHHA A
BN OFFHEMICHONWTE XD, Bl LT, e 7 2hA MRS % £ BaTiO;
IZOWTCHAT S (X3.10 (a), ZOWE T, WHEEMRLBBEOBICKE FEANEL., B
AT DTIMEEA A O O*BENENL HINIENT D (310 (b)), Z DA A ZENL
WA EEAHT T2, 2O X9 ¥ A T OMBERITENAIRFEREMEEND, A
T BT L > THE T D BRI P 1T

1
Ps = z eZ;Ar; (3.4)
Vo

ELTERTZENTED, 2T, Vpldz2=v NELVORFRHE, eldBRFERE. ZiZA 4D
g, AryidA Ao OB EREZRT, £, MiTz=y MeEANDOAF 2o TESD, L
L. BEBIIZA BT HT 2 OITA A B 7200 TidZew, BaTiOs iz W T, Ti &
4+, 0% 2-L LTI=HAIC 34) X ofFoid ARDBOMEITN16 nC/cm? TH v | FEHHE
DFI27 uC/em? L LERTH L/ &V, ZOFEE, BEFOMOEIcE~Thbans &%
ZoND, BBFEO 2 HEEZBICE XD, K3.10 (b) TIEA AU EBMIZE » TEFOAM (4
LUY) 3B B LR Ly, FEERICIE T A A 2 D33 72 CIRluE OR R 235R & 5
T, BFHMIEX 310 (¢) DX D RIERIHRBIZR D, ZOETEFRBEILZZ &
LM D ThoHiRE T, ZORHHIZEI VAT DO FINIA F BN K D53 Jimh
EFRI—THY, 34) XPOROI-EABDGBOMENEREL D /NS NWZ EEFELRY, Z
D& B IAMOEANC L D5, B4) ROBWZ; %227 LEETHZ L TERMIC
BYATeZ EXTE D,

1
Ps = z eZ Ar; (3.5
Vo

ZIXARV AR & MEHEIN D, BaTiOs I23BWVC Ti ORI HNERITK 7+ TH Y, TD
B4+ E D REW[117], ZOENETDAOEILICE 2T 5EEZE LTS, LLEDLD
\Z. BaTiOs ® A GMIITEFDMOE b TET 208, 20HFHGIINEL (Z; SZ). K

o DRI A A BN K o> TAERH S,

PERIT, TTF-CA BN OBEFHEBEARTH D LB 2 LN T W, Ziud, iAo Hiig
BOBO _BRIICL VA GV BN EL DN THD (K311 (), KTiX, EDOER
O TTF BN A G, ADOBRZ2HFD CA 5FNEFBNCENT D Z L THAIE O
MAE—A2 N (Pon) WAEUD, ZERBENDIX, 20O BIRENMNN R THIRF 252
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()% HEM (b)i 5 E4E CBEFHMDEL

B 3.10 (a) BaTiO: EFBHORFEEBDERXE, (b) BaTiO: BFBEHDRFE
BOBXE, KIS A VEL, (¢) BFEHICETSIEFIHOEIL, LLLE[85]
DHRZHRE,

EBZMY | 2T a RSB ORN TEEND, TIfF CHFERNEMIC ERT52 &,
SO, LRI LD A AT mEESEET S e b A AU MICE

D RE B MOIFAE 2RI L T2 [118,119], FEERIC, TTE-CA OHiEWE Téh 5 TTF-

BA (tetrathiafulvalene-p-bromanil) &, A B> /3o /L AEIEIZ LD A A VB2 K-> TH3E
IhRZE A T B [120],

L bED X5z, MaFEMEDEEIRTZ < AAEL TWen, ZOEBED ﬂ%f%é%%“ﬁ
(=N TWCA®@@$#&< #ﬁﬂh%ﬂébé#@ﬁmﬁ%pﬂ %Iz A62m2$®
WEE THID oo, ZDTD, ERIV IO T HE S TTF-CA O E IR
#éﬁnﬂﬁbntoﬁ%ﬁﬁig%muﬁ%mmé ETCRFNFIINGIRT L2 LN
T& 5 [121,122], BAERNS, ZOFEITE Y, TTF-CA O B %2 3 U725 3008 2 A
SN2 [123,124], FAUH DORFZEIZ L - TRO BT AR SMMOEIE8~10 uC/cm?> TH Y |
WY 2 EATE T L ORER (0.3 uC/cm?) LR TELIDICKREVWLDTH -T2, I HIZ
BN LT, ARSGMOME 13TA A EMAOTTR LW E Thole, TOHK, FEERRYIZ
HIEGMO K E S L& BZHIE Sz [116,125], /MRS IE, BIEEE, L0, FIIEEO)E
WA ITRET L, 2> PUND L&A L CY — 7 EiiO%F 5272 1L51< 2 & T, ¥3.11
(c) DX 57 P-E (Y - EIE) FrEa57z, 55N HRBEIMOMEIL 59 K IZBW\T
6.3 uC/cm? TH v . FEHATHNCIEF IIVMETH - 72, S5, M HITESEII T T X
BT ATV, A A B EHMEICHBESBBET TND Z & 2T,

ZIH OHERRERN HG DAV RIT— RERICK T 25, LFO X 912 U THfFES
HZENTED (K311 (b)), TTF-CA OH A F U MBI W TR, &R EL S
e, ZAUEWKIHFTHAE OSR (Po) BAET D, LML, BRESBA~RDKRE 0%
HZ232501%, MHIEBOBIZAEL S CA DS TTE ~OERBE) Ap (BOBE)TWH )
Tho, AF MBI 50 FIEIZEERALD 6 ZBERNICEBWTRERERD 28
DI END, MBI BRI - ARICEZE TS EEILND, 2O LX) REME
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LD 0k (Pa) 13X Pion I ZITAEL B2, BIEDHET LD b REWVGAITIE, £
BRCHED D DIV K D IZRIRO ARN A A AL L W& IZELDZ b, Thb
L, B R & RER (~0.2e) MIEFICKE 2MEEE (7 MEEE : K3.6 A 2BET 57
D, BAHIIRRN TN (]90.085 A) 12X DR TREL RDHDTH D,

TTF-CA OFRFEMDOFFRMET, RV AEMEBZ L2 L TR LT D,
BaTiO; IZH W T TiY¥ DZ; 13I+7 TH > 7= DIZxt L, TTF-CA 28T 5 TTF O ZF 1349-13.9
CHET D, ZFEZOFENRAR DL |Z]] > |Z;| Th D Z LiEENEI, BRSO A
I UL EWAE AT D Z L BROWBA~DETE DK INEFSAADOEICL D HDOT
D LERLTND, ZOMBESMIEHMEMEIL, 1RO AMRFELR L 1T R -
TWD, EDTeD, HEROZENA B - BRFR & XA LT IEFRmFEME] LT
AL, IAERERERZHED TV D [126,127],
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$FAE  TTF-CA REHIZEB T 5T S5AIILYREIER

ARETIEL, HEA F MR 2 R A E B EISE (R TTF-CA OFHEEICT Z
VY E R L. REEER R R A S AR LRI oW TR RS, £
4.1 fiClX, TTF-CA OFRFHEEA 4 EICB W T Thive, 7 7~V ik IC &
% TR PR S IR OO mE S O AT A AR T 5, 4.2 Hi Tk, AEDOWIED
HizR~2%, 43 HiLE T, AFEICIB W TITo BB R A3 5, 4.3,
4.4 fiClE, TTF-CA OFFHBHMEFICKTT 2T 7~ i O R4 5 —mi
WA LT RIND SR & D Bde 2 7 e —7 TR L7 fE R 2 = 2R
T, 45HITIE, PP TROWVWTWD I 7 el —RA A ME R AL D
BEfhl LIZETAVEMBEL, TOETT ML > THITE TORREZFHHATE S
ZEERT, 46 HiTIL, TTF-CA OLHRBEWHE THY . LV kAL 7
MR 2R, TTF-QBrClL 21T 57 T~V W OfE R 2T 5, 4.7
Hi T, BT ORI 3 AT K > THIR U72fin A1 4o R A A U &2
L. TOREZE RIS > TofRICOVWTRT, KEZIC, 48HiTELDEITI, A
BEOMEIZE > THLMNI -T2 U TICE LD D,

® T I ILYHDOMBENZ X - T, TTF-CA O kB MAIC, KIRDOMHEEE
A UMEFIZ T 2 AR 17% 2435, BERZRRFEEN DM EFHIL T
52 LT LT,

® 1RO EMBE), KO, FHEMPICEEE SN TWDE I 7 az—kuaA 4
HERAA L OPER - HE/INC K o THRFBE MNP ARSI NLD, &V ik
RO AT =X BE] 5N LTz,

® HFEEIMBDAEMITINA T, —IKITA A M R AL OWHEICAFIET D
MeA A M R A A 27 4 — )LD breathing motion Z @Il L7z, £z, ZOIR
B PEA A R ORI > TY 7 MET 2 2 E 2B DM
L7,

® TTF-CA ([Tl 7 A 4 o MElinfs % 774 TTF-QBrClL (28T
X, e A KA A T — L D IEB) O JE I AR AN RS ST BT
SHIZRWMICY 7 MET 2 Z 26N LT,

4.1 TTF-CA 4 Z+ UHEHBIZE T BT IAIVY BRIEDEITHE

AEITIL, YFERICBW TR EICI TV, TTF-CA O A F MBI 1T 5 kw5 i
DT Z ~)V I O AT DWW TR T 5 [43], B AR EARD TTF-CA TiX, 4
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T OBMBEDRFEESMRAZ S, ZOETHSETIE, SREDT 7~ LV IC L - Th
FWOBEMBENZ 5 X Z 32 & T, TTF-CA OA A U MEFIZE T 5 i8aE B MO IRIE 2 28
FALTND,

ZORFRTIE, RN T HITIT SV AEERNE CRAESE T TV, T r—T7 I
AR AES O S & B T E I 34 (Second Harmonic Generation: SHG) ZHWTW5, £
T AMRBEIE DS AT R I OWTTh DAY, Bifi Cilk~7= L 912, AIEsEKICIX TTF
D FHNEBEBHFEL., ZOBBITEMNBEIEpOZ I L THIERIZZ T 5, X 4.1
(a) 12, 4K, 77K (GRlcA A 2E4) & 90K (FFHEM) o aIRFEIR O A7 R v Z 7R
L7z, 22eV AHTICFEET D11, TTE @ Next-HOMO 7> 5 HOMO ~D&ES TH 5, £
72, 4.1 (b) 1T, 4K & 77K OIREFES AT R V(Rak — Ry7) /Ry %R L=, 77K
D5 4K ~OIRFEZEAIZEE O A 0.54 705 0.59 ([ZEIINT 572D, 2.2 eV O RITHMN L,
IEDFEGFART NVBEL D, LIEER-oT, T~ VEBHRICEVEIEEZSND Z0iE
BOKKEEEFTRD Z LT, BEMBEBIE)OELERIHT 2208 TE %, 2t
L. B @A OBEZL B, MHEOHIICHESY ~ 7 ale o2 bz miti+d 52 &
MNTED, ZOFELRGHLIZB T LHAETHNTWDLDOT, HICFELEHT 5,

(a) uwr. ' . - T

Bl 4.1 (a) TTF-CA DuI{R%E

0.05 |
P BORHRRY ML (ELa)
(b) o01F (é é Vh (b) 4K & TTK DREEES
IR ZARY FLe BLEM3]EY.
L] et (R
<]
-0.1

| " 1 L 1
2 3 “
Photon energy (eV)

EP. T IANAVER S SRR T 0 — T O R AN 42 1RT, (@) DRI E
L CHWET 7Y OB [Er, ()] TH Y . B — 7 8E L 38 kV/iem TH D, (b)
DOEFIIT, 77K ITBNT 22eV DN TT r—7 LI=BE O K REV O R RIS RAR /R ()]
Td Do Erpg & B UTEDRKIRIELPE L TND Z NS5, ZOREROHEME, 75
IV DOEGTIE L T FRIOEMBEI &N LI & 2R L TW5, £72, AR/R
WZidae— Lo FRIRER D BBl S L7z, (o) OfkALE. (b) DREBREDFEENG
Erp BT 255 ((a) OWEOERE) 22L5I< & THohRHSkS THDH, =
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DL IREERIE, Ve—T by NEBLIEFERICLEN TS, Yo—T7 Ly ML
L7 — UV = BH T RO D RFEEIR DTG ® 2 7% U £ £ B EER O WA 15 5 72 Ot
FHEOZETHD[128], ZNEAVWDZ LT, KRBT ED X 9 A B HuR sy 137
FELTWDLDOMWEMDZENTED, ARJR DU =—T L v "NEW (e) LEm, PV =—7
Ly NEHE (d) ZHRDE | By, &R UV CREEH 5S4 em™ O 2 b — L o MEBEEK
DPAFELTWD Z ENanD, ZORIITEHFEMREEOMIETHBNSNTEY | EE
MO 7 4+ /v Oat—Lr MEBIZHIG LTV [61,129], 0 X 5 2R 4REINA L 5 A
T = R LZONWTEIEBIRT 5,
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42 (a) ROTRELTAHWETIALYEDOEGERK, (b) 2.2V ICHITERETE
FIEDOBERR, 1A HEHEBKICHITHEE, () (b) DEEMLTIANILYERIC
BT HpREELSIVTHLONI-REIKS . (d) TIANLYEHEE (a) DOz—T
Ly bEH#H, (e) REFEEFERE (b) OV —TLy bE#, BEM43&Y,

WIZ, SHG 7' a—7 L LIzHAIL, 77~k > THEL D SHEOMRELERD
PR (Alspg/Isng) %43 1R T, ASDLOF =3 rF—1T 13 eV, F SR
HF TR FX—(X26eV ThD, SHG (FA) D Ery, R ITHABILTELL TS Z &
Wond, ZOZ EiX, BFEEIBOEIENErg I L TER SN Z L &2Rd, KoE
7 r—7 (AR/R) DFEFREHDOED L, T T~V I K > THFHOBHRBEEN
B S AL, ZAULEON G IROIRME N ET S22 L3015,

T IV EREIC L > TR ERZIINDIEEEZE L OT-ON, K44 THD, 22T
X, IR L L CEmME OomE R OREEE XD (a), ZIICEMEORS ZFFOT T
~NVYBSNEHIIEND &, HFETERME OEBEMBE (Ap) BELD (b), T CA
O TTF ~DOERBE 2D T, EMOpIFHEINT 5, ZDIRNEN, Em \ZHBIT 5 KSR
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Etnz (KV cm™)

Delay time (ps)

B 43 TINVYERIZE>TELHEZ_mHRKEEE LD
R (Bl . FRIEITIANIVYEBGERKE. 4318V,

ELTHND, ok, ETREFEROMEEZ KL THMm P HENT 5, O
AL SHG O E LTRSS, W CHBENT M OB REBINAL S (o), ZOIE
L, AN TV ZEEIZ Lo THEI ESND &EF 2 6ND, DFED ., (b) DOWEFE TERA
BN LCRR, A E—A L FOEMT 20T, LVBWAE /3 /L ZfHA
ERME L9272 0 ZEBEEMSERT 5, ZofR, Bhe2EmMBE) (Ap) 234
U, KEREBZ T /7 COIREBNCKIS L2 — L v MEEIWERI S NS, 22T, 77
VY EYNA DS OI@E 9T TIRENZ 4L U SH78 6121, Bl S A IRE ONL
FEMWNZ 725 Z EITIHEE LTV, 2O X224, (o) IZ8WTTTF 0 FliAm & I8
L. 2b—L MEENC X 2 EMBEIEOZIITAICETL D, K42 (o) DEZOYIHIAE
XERDOT, IRENIELENA A U NCEEBE DT TR TIER . AV LV AHEIC
FoTEE SN TWD Z Enmnbd, (d). (o) i, HimEIZESELHNLIESGE DOIRE
MR LThHhD, ZOEAEITIE, BERBENEK OO BIRESED L, BOKERERA T
Ho ZOZEX. TIINYELORKEGMNETAY—7 Uy RIZLoTHRSE5Z & T
EBRIHED O BT, ZIC, BELEZHNM LSS L olkicon TR Tk <, it
Hz O AZFES 2 FIN L2 388121. 9 5 kViem THOMERNE U5 [116], —J7 [43]1 DA%
THWE=T 7~V B OREEIT 38 kV/iem L IEFIZREWICH DL LT, ORI 4
LTV, ZOMEIZ, —ODOBRHOM Ay — L OE WAL TWS EEZ NS,
~ 7 BRI BV TN KR T A BRI, BE KA A 20— L3NG T A B

% [130], 7 7~V IR T OHREIT, SrESLL EOESZHIN L T H MR A4 U
WDIE, RAAL D 4 — )V OEBOIEF R 7 — V3T T~V IR E D b+l &
Exohb,
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RRAHRY (RAe

A/}U AfU ;/)U : Ap Ap

) ¢ .
P +AP

Direct modulation of p and P

P +AP +AP’

Additional modulation of p and P

44 TINVYEBBICESEFRRIBEFOERE (a) TIANIULYEBLEHMS
NBHDORE (EMZEDHE), (b) MBLERLCARDEREH DT IAIILYEIHIC
KOTHLLBABEEABRIBEOER. () (b) ITHWLNTELS T4/ vDaE—
LY MEB, (D). (o) [FFEARICEFZBZEMMLI-EEZDIEE, LLEM43]&Y,
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42 BH

RIHT TR LTS TR Clk, 7 7~V ORREIZ LD | TTF-CA O A A U HAEIZ 1T
% Rk T M OIRIE 2 FE AT T 5 Z LTI L TW A, 2D K D 7 il R i O R 25
I%. TTF-CA DAMZ & ERIFLF RO BEDT-TTF $5(KCTd 5 o -(BEDT-TTF)l; 0, X7 A%
A MDY TH % BiFeO; 72 EEEOWEIZIB W TEIAI STV 5 [44,46], 2L HOHF
FAKRE S IRDOBEEIR AT v 71X, b &b LMFFESMIMEAE L2 WEFHEMRIZIS W CHEE
SRBEAERT D ETh D, BBEEITEICBWTRE ik reEtt, >£0., EfMBEIO
NEEWZ AT D TTF-CA ThHiUX, - FHOEMBE 28 L THHEHEP TH > THERAR
DA FHE TE DA H 5, £ 2T, ABFZETIEL, TTF-CA OFEFHEFMFAIZHB VT,
T IR E LR =T =T m T o, e —T 1T, B
LRSI DOTEIRO K 2 Wiz, Thvbid, ZivEh, Mmoo ERIZfE S ~ 7 v
KIFREDR & oy F OB L 2ME (EmBEE) 0&2bix7n—7LTno,

A3 TFIANIVYERYT—SHG F7A—T

ZOHITIX, TTF-CA OFHARICB N T T2, T I~V E R 7, 5 miiik s
A (SHG) #7u—7L LRy 7—7m—T7R EICONTHk%, SHG &1L, WEIZHE
W DI NI LT BRI 20 DA O KB FAET 8GO L THhDH, ZOBRIX, WE
DX EDIAVUCER T2 DO TH D, D7, BRIRIT K o TRESKHFRE D kA
% REH IR TIE SHG 2MEMEIC 7D, T2 LIk, EFERICBIT DDA AL A A=
YT HINH STV A [131], TTF-CA IZH A W T A Rl e v oo ¢ HEFEO E
FARBBIZBW T SHG IFRAE LRV, L L, 7T I~ OB X - CTHlaEEN 72 0
EHECETGAITIEISHG AL D Z ENIIFRF SN D, £ T, 77~ IZ X D 0
R, BN, FOXAFT IV AEBRTAZLEAME LT, SHG P2 — 7 DEREZIT-
7o FEBROFER, 77~V PFEORFIZL Y | REA A RIS T 5 BRSO 17% &
IRE IR E, HABMTHLIPHMRICBWTAERT S Z Slgk Lz, £/, EBRTH
b7 SHG ORFEEIE & 7 7 ~/L Y D 3 O BTG O RIIZAMZE W B S
7o ZAUZ, BEFHESMICBEDLABEAE— RBMEINTND Z L2 RRT /R TH S,

4314 F U EMBICEITAEE SHG DB

T TSIV AR T —SHG V'u— 7 OFEERIL, EFEE S MOFIE LAWY TTT O,
AWFFETIL, T, bbb EMFESMOFELET DA A HEMHICBWTERIRE (=7 7~
VB A AHF L2 VREE) C SHG OBl AT 7=, 2F 0, A4 M (65K) 128\ T
13eV (B 950nm) DYeaERBHIAS L, 2.6eV (JEE 4750m) OXZMHT 5, SO
JHFWAIE, AR, SHG & HIZHEIO a 8l AT CTH D, ZOWWEEITH Z &I2iE, kD
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TODEWRNRD S,

O EFRETOHIEEZITHY Z T, AL IAET D SHG DA EKRHT 5
vy NT T EBEZ S,

© SEEEFERIE (AWM 1285 SHG O RE S & FEMEICE
BT T ~VEEEIZ L > TAELU D SHG ORE S &I 5, Ziuc
L0, TITARIC K o THE IS, ERMFEMICK T 5
TBOMWBIRE TH LN EREH D LN TE D,

F9, OIZOWCHAT S, SHG 7 u—7 OHEEITH ETEELON, RO
JRRHERIZ AL RN E ST BT L Th D, —HEI. SH YO LR S LT < 5 A
DRE L0 D TSV, EAREORSDESRIEHC AR LTV D L T~V EICE D
HAWOLBRNEBICHN T LEWERARRENTX RV, 220, EPERA A LPMEHET
SHG %%/ S8, HAWE B BRHHERORNI B 7 4 L7 —TREICEL LERTNS
EL RO BRHEBICAH L TWADONR SH DL THAHZ & 2ERT 5,

WIZ, @QIZHOWTHHT D, THARICET 2R 7 —7 v —7HEIC K > TRIEIZH
SIHOIE, SHADKE SICHIE LIRS () T D ORI W72
BRIZZ2V, 212 B TIRATZ L 9IS, KOHREN (AR) DOBAITITEF RIS 55U R
EREL. ThEADEDZ L TAR/REW ) PRI EIRD b HHEHS 2 LIRTX 5,

L L, AEOSE ., HHERICB O TIEFIRIE T SH R BAELRNWO T, ZLEFRLT
ZLIETERY, EIT, HHNLOA AU HARICI W TRARTEF RIS IE T 2 E W
SHOEDFE (Lonie) ZMELTHE, ThEHMHEMICEIT 2R 7= =7 DR Lt
B 5 (Ala/honic)e O SHGMEDILIT, Ko k512 L THRFER L RO 5 = &
NTED, £, EHEA A UHMICBT D ZROIEBRIBEZ R (@) 28, 4 FMHEICE
B EAENE (Pone) D_TRICHMIT 2 EEZD, TOLICELD L, A AP
$51F % SHG DML, Lynie o (Pronic)? L ET = ERTE S, “hE R, PHATICEL
TF TV £ A U TR @ b B SN AR BT L TET 5 [Alpy,
(AP )%l 2 HRORENS, U FOBERIELR 5,
Alty, (AF%HZ>2
Iionic  \Plonic
QL @QEME2T-FERFIELZR LI-ONRK 45 TH D,

F72. A ARSI B R SHG A BIET ABICIE, BIE LT AR L 7L R
AL THDLEITLRITIUTRG R, YU TNV RAAL U ThD I &L EMICHEND D Z
LITHEELWAS, T IS KD RSB OEERD D LT, BBL I DD D8
NTE D, 42 HIOLITFRFEN S D L T, A F UMW TIET T~ I LT K
BHRIEENE U D, ZORFREIEL R A A UHEICEETH V. W& OotiE £ R A
A TR EBRET S [43], AT, Z ORERI(LOKE S RN RKITAR D EED

(4.1)

69



A A § {448

PiOﬂ é APTHZ
I THz pump I
| [/ SHG
20(2.6€V) | I 2w (2.6 eV)

&

\\;\\~\\\\iifiapmz
2
Alty, _ (APTHZ>
Plonic

RHF

IIonic
B 45 TIIANILVYRRYT—SHG F7O—TDEERFIE

EEAZEL, ZOLACHEEZITo>7o, BN FELORE L, BEN 65K, 77
VY BGIREN 415kViem D & & 1.3eVIZBW TR 30% TH 72, ZHOREHIBWT
ZOXIBRHAEZRAT ST, IR EORKEITRE LB OGE TS 30%REETH
ST, =70 —AE 60 um HHAAIR FA AL YA XL D b H/hsnZ & EED
HTEZXDLE, VTNV RAAL VOFEBRTHEZ L TNWDHEEZDLI ENTE S,

BT SH X DOBB AR T2 L 51257200, R EMEEROBIZIZ T V¥ — %1
BIEA LT, FA LT 4 V2 — 30RO Z I U ATk & 35183 2 BRI 7 ¢ v 2 —
HAIS 232 Bk, R 600 nm L F KA FHIWT 55— h/ XA T 1 L Z—SP600 7% 1 fL TH
Do TINHDT 4 NH—%iFi L TR SILIZIEN SHG TH LN E I DEHEND DT
2y (1) ZAnZ—IZ LD EOMR, (i) AT D HEAWRI KT DR ERAFIE O R
D _DO&EToT,

(i) 74 NVHZ—IZ X DR O

PR U727 A NZ =3 BITMATH D I T4 NE—%FHATHZELE T, 3KDT 1 L%
—Z % L TR ICAR L TV D DR EZHEND D Z N TE D, K 570 nm LA LD
NxFBWT D7 4 vF— (YST) Z@EmET, & 420mm M Lo EFZET L7 4 15—
(L42) 1FBEwT 25 2 E0n, BRHEIHIASF LT D803, AR (950nm) TiE/Z2< . SH
K (475nm) THDHZ EEfENDT,
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(ii ) AFF9 2 AP kT 2 R R A7

BHZHIAE L TW DN EERI Tlde SHHTHD Z L 2D D H ) —oD ik
LC. BERFIEOIEN D D, ML TWDHEN SH X2 DI, TOME (L) 1XEARR
DAKIRE (L) D2 FIZHHIT D, K463 L% ND 7 4 VH—TEIESHEZEED Ly
DT vy N ThD, EAREICKT HMERGFER 2 /R THL LD, RIS THDOMN
SHHXTHDZ ENnnD, £, ZOWETHLNIEBRE LA 4 U EMICBT 55%a
RIRHEIMOKRE Z LXHUE L TERY . ROFHMHICI T HEFOM L i3 5, %I4T
HIED SN bz m EXE5121E, 2D X GRWVIEEARWRE 2 AS LT, AT 5 SH LOEEZK
WEIEI DR E, L, EAREZRS LT X2 EEAKRAHICL > TEHEMEENE
U, 4.6 1278 LT2 & 9 A RIEER 2 | ST TR LIED 5, DX 5 720REETI
EREZRRIEN TE RN ARIFIECTILEARPE TREE DARAFNED 2 3% -9 HiH O AS TR E T
HIEZ1T> 7,

' | ' | ' | p
- ,7—]
65 K (lonic Phase) ,"
L w=1.3eV ,/ |
5 2w=2.6eV Q
S L S
3 o
gL o} |
g O’/,
- O’,,/’ -
O . | . |

L, (power, arb. u.)

B 4.6 TTF-CA DA A HEHETRIEL=. EB¥ SHG D
BEXFEEEREE (RBEIZ=FROHA FS1Y)

432 hERICBITERTIANILYERY FT—SHG FO— THIE

BARLOIE—LIYRAE  AERIIBWT, RN THLIT 7~V EORAREITH
20um, 7 —7 N TH5 SHG DEEAW (13eV) DEAEITHK 400 nm, EH (2.6eV) @
RAEIFN300nm THDH, —F. BITENORDHZ SHG D=2t — 1L ZAKEIE 100 nm Th
%o Ta—7Y GERJ., 53 ORAE, SHGOab—L > AEOH T, SHG Db —
LY ZAENRBEVOT, 2N SHG 71— 7 OBLHIITER 2 E+ %, SHG Dok —L
AF100nm (X, 7T~V YVEORAE 20 um LV b+ 8, o TZOEBRTIE, 7
T IV F o TH)—IZ i ST 72 50B o % 100 nm F2E OFEGA B L T\ & B 2
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THu,

BR  OKOAFUHHICBWTT 7~ LY AR 7—SHG 71— 7 ORIE 24T - 1=
R, K477 7, (@) BDARCTHE L THW T 7Y EOBEGER., (b) BEH S
72 SHG DRFRIFER TH 5, EARFEONF=RAF—I1L13eV, T T~V ELORIHE
IX415kV/em TH 5, wkix. A7k, T7e—7%E b a it FiTE Lic, 77~
W ONH L RIFEIC, EFIRETIIREETH - 72 SHG BNEMEL 2> TND Z LBy D,

A AR B TIE, ARERBICEE 5 25 OBRBENC & > THEFBE WA U TLEMK
HEREPRME DN AL T2 A R SHG 2MEMEIZ 72D, 2D Z &b, KERIZE W TELIINI S 7z SHG
b, TINYEIZE > T FEOBERBEINS &2 S, BB E U7 iR
EEHRNT D ENTEDL, T~V ERFICE > TA T SH KO, t=0I12B0
TA A UMEFICE T D EFHRE TR LI SHRED 29% TH 5, Z0fizr (4.1) Kz
RATHZELET, 7TV EICE > THEINIZOBOKRE 0N, A4 MHEHICBIT 50
BB (~6.3uC/cm?) ORI 17% EFEFICRE W ER gD, K47 OFERIL, THz
DRI X > CTHEFBEMTIC~ 7 a o oia AT 5 2 EITB LIz 2 L 2R mEE kR
Th D,

(a) ‘ — 1 1
400 Terahertz ]
3 electric field : Eqp,
L
< 200 —
o
Q ]
g 0
(&}
Q@
Ll
-200 | ! |
(b) ]
3+ SHG : 2.6 eV —
B ” 90 K (Neutral Phase) |
5 20 =
_E — ETHZ2
g 1+
o
H -
0k —
| !
-1

Delay Time (ps)

K47 (a) ROTHELTRW=TFIANUNYEDEIGEREry, (0]
(b) 90K [ZE(F% SHG REDEERERE (Altyy/lionic)
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SHG ORI IEIL. IR TR LT I~ LY BRI O 2 Fe & FAMTTh —H LT
W5, ZOZ X, BIgGRcx @) XTI ENTE D, T IV YHEKICK
S THR EN D0 WAPy, 1T, BOEHEIITT 7~V EBICHHIT L E2bNRD
(APry, X Erpg)e L7235 T, (41) Ao, BUISH 2D SHG TR O RFRIFE R IX (Erp,)? IS
WHld 25 & FRRTE D, —FH T, t=0.3ps BUBED SHG I (Erg)* B REL T T
Do ZDOZEIE, TIINVEICE o THIE K Z SN DISENKERIEIL D 72 WS E 17
RINETZ T TiEZe < (L POEAREIVHE SN TS Z L EZRB L TWD,

RBIZ, fFONTETD, FEARKEHEE TIE/AR < SHG HETH D Z L1220\ TEBRIICHE
HLI-DOT, FRITHOWTIHARS, SHG 7= —7TlE, Bkt ens SAE oI~ 2% K
EFL. ZHUT L > T SHG BENERMSINDLGEN DD, T ORI/ MIRIE DG & 1352
HLDROT, KL CEmT 2ENHDH, Lo, AEERIL, HMFFHEMTITS SHG
T —T7DOERRE TR, EFIRETSHG DKEEN0THDH, Zod, ElLizk
I 7p, FEARWOWINNEAL L= Z 12 LD SHG B 5 ~D BT EF ISV EEZLR
%, 72721, SHG & LTHRIH L TWAEFICERENE END AEEIEH DT, ZOH]
REME A2 HEBR T 2 72O D PRV R R 21T o 1o, A AU MARIZE T 5 EH SHG OHEITEER
WnT7 4N Z—THDENTWNDZ &L, AIE TR X ICTEICHR LT, Zhidnz
T, REBRTIE, K47 EREBEOERR% ., SHG %Ml LA Oz ER T 50/ 7 4 v %
— (IR85) ZIHAL TITo7e, ZOBAICIIEERNGONRN-TZ b, K47 DES
DERFOEFC LD LD TN LBy hD, £, TI~VVYEIEIZCE>TET D
SHG {55 D AW IREARAFIEIZOWTHRE L, EH A A Mk 2HlE (X4.6) &
[FARICEURHZ AT~ 2 FoAR S 0 I DR E2 57 (X 4.8),

1 1 T 1 I 1 T 1 T T 1 T ,[
- -
L 90 K (Neutral Phase) ," _
~ | w=13eV ]
S5 | 2w=26eV |
s | ;o]
c | ’ 1
o ,”
o / 1
s | 3]
o L ’ —
~ S/
N L . 4
I /
- | e 4
g | /§ |
4—‘1”’1’ 1 | 1 1 1 1 | 1 1 1

i, (power, arb. u.)

4.8 TIANIYEFEE SHG DEXRBEKRTYE (RBE=KOHA F51)
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44 TFIANNWYERY TR2FN R TO—T

ATEIDOEERIZB N T, T T~V EORKIZE Y, TTF-CA O HEFEIZB W T~ 27 12y
WNFHFE I ND Z ER ool AEITIE, 7'vm—7% SHG 2 b T RIMEIK O S22 5
L72EBRIZOWTIR AR D, T RAMEIRIZ 1T 7O CT EBREICHIS L2y RRGFELTE
D, ZONRY RORPFRL AT MTEIRIT W O BT B DO 2 b 2 BURIC KT 5,
FDD, ERSIMERORKIN 7 0 —7 5354 %475 2 & T, T I~ VY ESHIINC L > TAET
HEMFEIND, MENREMEE RO ERT TN TELEEILND, 2O
o—7%, B0 E 7 0 —7 LT e SHG ST b0 TH D, 4.1 BiTHML
72 & 912, TTF-CA CTIXAIHEIKICFET D TTF 0+ DO FHNOEFHEBIC L > Th, &
B oD Zb T2 Z EMAMRETH D, LaL, AREIOFEBROLGE ., AR O K
A (TTF O FWNIER) ([ZHAT, mRMER O BURZ L (CT %) OhR—Hilx
EEFEVRREN EN DT, TDI2d, X0 IEMZRRIE D AT RE72UTIRIMEIR O S A
bz AW THi 2 OREZIT o7z, —ixIZ, KN 7 v —7O%EERIT, SHG 7'r—7 12~ T
SIN LD RWRIENFIREZR DT, #x RPEEITH TN TE D, RHEiTIL, 77~V E
BRREEAENE . IREERAAVE, RCIRIENE, 7 o — T — R X — R E R R AR,
BRAERD D, T 7~V EOREHNZ L > T FROBMBEI RN R L TWDHZ LRG0
7o FTo, BUAIS - SORE T, RIRIZ A - THEKRT 2 B RIRERFEZ R LT,
I, KRB OFEENREICL > TRELS BT D ERbo o7, ZOREERTFME
MOIE, TIANIYFIZE > THIEEZENDEMBENE . ZIUTHE D D LK) hiE—
A F MR ETRWBED Y 2RO Z E DRI S T,

44190K B ITEIRHABEIL ETDER

BAELOE—LVRE KEBRIZBWT, R 7THTH DT T~V EOFRARITR
20um, 7R—7HTHSH 1.3 eV DHDORAEITR 400nm ThH D, SHG 71 —7 DEE L [H]
B, 77~ RIZE D STV A RIS 7 e — TG L ABHIEER LV b+l k<
o TW5,

R TR RN T e — T OFERELE 2, K49 1R, T T
VB ORIEEIL 415kViem, 2 — 7 HONTF XA X —T 13eV ThHDH, F7-. mklx
N7, Tr—T73E B a M ATCTH D LTSI A2 ERRIT, FRICFREA WSS
X, ZOXRHEOFTITbbDTHD, K4.1012, 0K IZBITHERE R LT, (@) 2
W THTHDT T~V OEGWTE, (b) NS RARZETH D, (b) ([TRT
212, T IV AFHINE D BURSRE (B S iz, ZORRIT, 7T~V EY
FImz X » <, rMoEMEE (CT) WAL, BHBHENZ(L L2 L E2RL T

%o BIRT 70 —T =RV X — KGO b, BRABEIREOZLNAE T TND Z LA gD
Do Tz, TORERIE, RO CTIZEWEFFEER SR TFHE I D &) SHG 7' 'r—
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%48 (90 K)
APTHz

aI IZ Ap
THz pump I

4.9 FIANLYERY T—
RS RS T O0— T DEREE

s
EE
B

(a) T I | T | T
400 ]
=~ Terahertz
E electric field : Ery,
< 200 N
o
o i
2 0
©
Q
L
2200 = | ! |
(b) - ' I ' I ' | ]
15 Reflection: 1.3 eV —
a n 90 K (Neutral Phase)
x - i
= 10 ]
*E‘:'/ B S 1
< n \‘ 1
o S ]
i C .
0 :_—-_45}_ — g
C I . I

-1 0
Delay Time (ps)

410 (a) ROTRELTRHW=TIALYEDEBER (Emy,(t)
(b) WKIZHITERFEEILDOHMHFEE (AR(H)/R)
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T DHE TR EEET D,

JFUSATE O S RECEX, 7 7~V Y EBREEO " (Erg)? & < —& LT3
Tz, BibTH L0, FAICEBIT 5 KAFEEZILDOKRKE ARt = 0)/RIL. %ﬁmw/ﬁﬁ
DRIMEEr,(t = 0)D 2 FIZHFIL TW D, KHBEALDEILN T T~V EIGHEIED 2 5
(Bt )2l —EB L TWAD Z L%, D CT NT T~V HICEND Z LA TS
ZEERLTND, — T, t=0.3ps BABEDSHREALIEIITIE. (Brpg) 2HIAFE L 72O AK
FINEENLTND O_Mi\mﬁmﬁﬁ%%&h BT 2R THY, MLENOEAE— RN
I SN TND I L ERBL TS,

442 RETEF L DBEKRTFYE

X 4.11 (a) 12, FAIZBT D ERELOKRE S AR(t = 0)/RDOT 7~V EIGTREK
%7, JRRICEBT D RE (b DR & Z 1%, JIE L7z 40 kV/iem 25 415 kV/em O
FICRWT, BARTORLEBSMED 2 RICES —H LTS, £/, (b) 1ZiF, VW<
D BRI D SR DO R & JFUR TS L L TR LTz, t=0.6ps DD H
DE—=TIZOTNRIBEBNIROND DD, KRBV ITES B T L CTHRETE T
IELTWEZ ENbn5,

(a) T T T T T T T ] (b) T T
15F 90 K(Neutral Phase) ,O 1 igzg/z?r)] 1
I 1.3eV prObe / i 290 kV/cm |
o x 210 kv/cm |
[ ! e 125 kV/cm
S'10} o) 1 5
n ot .
+— L ! °
| s |
L ®©
Na 5 r 'Q -1 g
j Q) 2
O Il VAR
0 I ‘OI' L 1 L 1 L 1 ] I L | L |
0 100 200 300 400 -1 0 1
Ern(t = 0) (kV/icm) Delay Time (ps)

B 4.11 (a) FRIZETSRHEEZIEDT I AIVYEBEEEEFMEIAR(E = 0)/R]
(RERBE=FDHA F314V)
(b) REEZELLEREDT S NVYEGREKRFHE

443 7A—TIRILX—EKEH

LIF TR % 7 a =7 e o= gL F—(RAFEOREIX, X 2.23 [TR L72ESR TiEe
<. Quantronix f:#¢ Ti: Sapphire f5 A E#S Integra C  (FEEJR: Q-light, fihE YeJ&: Darwin,
HUL R 785 nm, H177: 2.2 W, 7L RIE 130 fs, # 0 i UJERE: 1 kHz) 280 & L7zRlo
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(@)

o
o

/la 7

Reflectivity
o o
IN o

o
N

|
06 0.8 1 1.2 14 16
Photon Energy (eV)

412 (a) a BAERDEERFHEIARY L, (b) REAEDQBEZHARY ML
BER) CAEBERFEEIELARY L (EEH)

O

(

&

| ' | ' | - (b) T - T - T

Em, 1 a 0'05__ T 19 . ETHz J— a

u “!.\.l |- il |" 'hwl ln I‘l \ !l! ; Hl‘n |‘
Il .

102AR(H)/R
o
[6)]
|
102AR(H)/R
o

0 1 1 1 _0'05_ . 1 1 1
( . . — N\ 1 0 1 2
bk Delay Time (ps)

90 K, 1.3 eV probe
Eqy,(t =0)=185 kV/cm

()
~

D0 A° Do A° D° AC DO A°

\ x{wfg

KA

102AR(H)/R

— alh

Delay Time (ps)

413 (a) Ery, L aDIJFEDREEELL. (b) (a) OHHKE

(C) ETHZ//ao)iﬁéo)ﬁg#&%{b
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HFRTITo T2, T DOIFHRTIE OPA & LT Quantronix #1540 TOPAS # W\ Tk v, 7'u
—THOZRNFX—%a L Ea— Xl CHBMICRETX S, K412 (a) |2, TTF-CA
DI ARINEIRNZ F1TF DRI B AT bv (Efja) %77, 0.6eVICE—7 ZFFORE R
N R CTERICKHELTWAD, 90K (M) & 77K A A MO AT ML g3
Bl A A MRS U CEMBEIEpDY 0.32 005 0.54 ~EEINT 5 DIV, CT AN
Y ROKHREN ER L TWD Z 005, K412 (b) 1TiF, KN ROIREES A~ K
L (FHB) L. ARt =07 r—T X — (K GRIERS AL AT v,
) ERLUTE, REOREIZIOK, 77~y ELORIEEIL 140kViem Th 5, @IS
FTIAEART ML, KIFEOREES AR PV ERS—H LTS, ZOZEnD, 7
TV BB L ST, O CT 5 &EZ S, BBEIEpNEAL TS Z EN
D BT,

4.4.4 BT IAILYROEIKTEE

IHETORRIT, 77~V LR a iR ETAR LESS, 2E 0, a Wi ET0ES
ZHM LG E O TH o7z, M4.13 (@), (b) (&, 2DV A v—7U v FRtF %2 M
WCT T~V B ORI %9005 L 7= 556 O KGR ORI 27~ LTz, ()
ZiE, B E LCaifREDBRL R L TCH D, 77~V Y EHOREAEMIL, i 185
kV/iem Th 5, a BifRIEOLE ORERIIEIAK 331 OFN L B0k, iicHW=T 7
NIV OB PR D120 TH 5, (a). (b) 2260020 X 91T, a WlTEAZT SR
DEEITRA RN AL TW WY (o B EATRIFELDOHE D72 & H 130 LT T
H5DH), ZORRIL, mrHERE (o) [Sho 72 FRERMBENC L o> TOARST R
MWAELTWDZ EZRLTWD, TTF-CA OFEFHEEM D —IRIT T M O 5 FRIBMRBENZ XD
ZlEEZDE, ZOMBIIRYUTH D,

445 RETERELDREKREFLE

4 4.14 (a) 12, WEEZZ(ISETHE OB OR MR EZ R U, WL R
BIZ R & IR EREIEZ 7T, £9°. =028 5 SFRZ(LD KX S[AR(t = 0)/R]IE.
REMETN T2 o0 TEBITHE KT 5, (b) OFRAIT. ARt =0)/RDT vy hTHD
D, ABERAE SIS 2 > TR R L TS BT830 00D, ZHUE, 77~V
KoTHlERI N5 CT PSSO RLZER LR L TNDDIEEEZ LD,
Flo, MERHMETZT TR Wb RE LSBT D, KT, AT TRLEZ =03 ps LU
DZORDOE =7 HENRKEEELZILL TS, F =27 ORKEEZ T 0y s LzOMR
b) OE=ZATHDLIN, FEOE—7 2T OE—7 HMERIZ 9 REZLNAT
DL ENgND, o, (@) ZEEER AL &, F v — 27 IHREIZ D 5 12-Dh TR
5 CTHRAMNCS 7 FLTWD Z & b0 5, SHG ORFFE & S =RZE L O R
B L TRONEZOZSHOY =7 &L, MONOBARBZ XML TWHEEZD
nNd, £z, ZOE—I7EENEEZILICE > TY 7 b5 Z LiE. ZOEH R EE

78



L TWADZ L EZRLTWS, ZOZEiE, R, ZOEAEE— RRHEEA A MRl
BLEMRTHAHLDOTHAZELRIELTWD,
446 AL E—HBDaE—L Y MEEIZDINT

TODORERE—IHEEICH T, t=2ps PIFEICIZ = b — L M RIREEED B S
72 BK4.15 (a) 12, 90K (ZHITF D 15 ps £ TOWMPES TR & % A1 < IRBIRL S DL

(@) ¢
- 1.3 eV probe
- Emy, (t=0)
=415 kV/cm
X 4.14
@ (a) BERSEEILORE
o Rt
S (b) E—E—% (=0, 7
-~ N) LE-E—Y (B=
) OREKRFYE

1 o0 1 2

Delay Time (ps)
(b) _' L L L L 10
15¢ 1
x A ?’ 18
S | 2 =
i 10f 16 F
| lonic A Neutral ] <
@ | () 14y
5 A @ 1 —
o [ A— @ O 12
— 0 A, ® o
0 1 P 1 1 O

0 50 100 150 200 250
Temperature (K)

79



~
QD
—

15|
90 K
i 1.3 eV probe

g 10+ Em, (t=0)
> = 415 kV/cm
(el
S 5
o
—

0

(b) _
1- 5 1} o 11 =
o] [
= s 6 6 z —m— 90K
> S
; é ° ;cg —0—110K
= [ Zosf Ag los 4—120K
— = > —0—130K
2 5 «— Qg X —v—150K
n © @) =
$ 05 & A 6}
c = .. 0
- 80 100 120 140 160 180
-q:" Temperature (K)
3
LL
L]
0 € Y= v at=sn
10 20 30 40 50 60 70

Frequency (cm)
E4.15 (a) BERFNEELICEFTSaE—L Y MEE. (b) ESRKSDT—Y
IZEH, FARRI—Y IEROBEHBEDREEKEFLE (F=f). LED=H
. F—E—VD-FOREEKFHELRLE (Fh),
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KX %R LTz, FRAEMEDORE B LIRS & RE ST/ WA, 15ps £ THe< JAH# 0.6
ps Db — L MEEIDGHRICBR SN, (b) (X, 2.6 ps 225 15ps FTO T — U = Z5H
ThDH, IREIOFMEEN Sdem! THDHZ ENGND, ZORKEEOMENL, Z OB,

FRDEEIZ &V AT B A A IS (6114 A U MEFICE T 27 T~ b 0 35

A MBI SN TV D FEEE MO B Th 5L EX L2 LN TE D, (b) ITRT
L9z, ZoEMEE L, KU EoEmETHEll s, K (b) OffAKI, 77—V =
BEHiz 48 em' 7v5 S9em! EF TR LAMEEZ 7y L7 (F=MA), RRICHIT T, 2k
— L MEBIOREESZIRITH K L CWD 2 RN D0Dd, s LT, H-E—27D2FD
il ([AR(t = 0)/R]?) ZHRATT v b L7, ab—L > MEBIOREIIH - —7 L i
NRTHRAMBRERERLTWD, ZOZEF, 207+ 7 VIREIE— FARIETHEBEND
AN TV A L > THREh STV D 2 & &, e THFgE & RIS RIR LT 5,
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45 B

43, 44 FOFRERND, T T~V EOREHT L > THEFBEN OB NRELLZ &, o1
MOBMBENELDLZ L, BNERENDN-T2, I D —OOfER L TTF-CA OFE Ak
BERELTOMEEZEDETEZXD L, T T~V HEOREN X - To O BERBENH
BT, ZOEMBIINREESTHBEELIEZEBZXLDONRERTHD, L, 7T~
VIEIRHNZ L > THE U DEMBENZ A T 2 7 ZDZEMCHOWTiTb o> TV, KEIT
X, ZNETOMREEEE 272 BT, PHAHTIZE D WD TO DRI A A oM R A A % 5
WCLTeET VERE L, ERFEROMITICHEHT 2, BELET I HEE{ES SHG
ORI EZ L BT 5, REOMIT L BEN6IX, T I~V YVEOREKICEYD . O M
B A A ME R AL N OERBE), © WA A M R AL L OIERH N, @ OL@
N TAEUDTHA AL ERAL Y T —LOak —L v FNeiEd), L9 3 SOHERN
AL TWDLZERHLMNIRoTe, EHIT, FEMRMNT ) DITHMEA T R AL T 3 —
D3 — L MEEO RN T 7~V BRI A E L. ENSHEER RIZ 2> TY 7
M HrZ EEZRH LT,

451 REHEPICES CHENA T U ER ALV EZTNIZEISETL

T T~V EHE O SHG M OO E L TEZ LD DN, EFIREIC N
THPEAHFIZ BRI S THE D W TV DI 22 — ROt DA A E R AL U Th D, 2D
T 2R LIeon, K416 ThD, (a) 1T, BEEELTOA T AMHOBAKTSH 5,
D& A, EnENAF AL LI R —0F (TTF) &7 2787 % —41 (CA) &L T
W5, £, FRUE. DEARBIRKELTWD Z EE2ET, —J7. (b) [T MFEoR
A EZ R LTz, THEHETIES D T3 T oAb L TRy (D0, 4%, LasL, FEERITIL,

(b) IZRLTEE DG FIFA A AL TEY , R — RO A A KA A
VEBRLTND EEBEZ LN TWD, 2O X MIRIA A UM R A A i, X BREE EGEL
DIFFE 13213412 L > TEDFEDNRIBINTE D . £, BEXRUEE [96]°0 EIGE [118]
728, TTF-CA OFEARMPMEICKELBEE L TWD EEXLN TS, K LOMIETH,
TET RN DT ZOMBRA A R AL 28T 5 2 & 2R ATz, TORERIZD
WCIE, 47 #i Tl ~%, ZOMERA A ME R A A APV -E— A 2 NEFFO7-0, &
GHIR L CHEINE T, (o) IR LIzDIiX, B 30 kHz OHEFFR 2 EBLITRT 55
EROIBERIFIETH S [118], FHERE SIS THE KT D Z OFEISEITIL, BEA 4
HMER AL OEBNAFE L TVDEEZLNTWD, ZOMEFIELOFMERNL, A
THWET T~V HEO XS @B OB SGICH L TH, ZOMIER KA A 2B Ml SO0k
KraRT BRI SN D,

LR TIE, R Ao R AL DT T~ VYIS E 2T VT 5, K4.171%, %
A A M R AL OREEZ R LT TH D, fmPICHEIET DA M R AL
IZiE, BB E— A RRAEMEDED (LRALY) EEMEDHD (LRAA V) HE
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| phase (ferroelectric)

D*A"D*A"D*A"D*A"D*A"D*A"D*A"D*A-

N phase (paraelectric)

DCACDOACDOACDOAODOAODOACDOACDOAC
DYA° D°A-D* A-D*A"D* A-D* A-D* A°DOAC
DOACDOAODCACDOACDOAPDOACDOACDOAC
D°A°DOACDPACDCACDOACDCACDOACDOAL
DPA°DO A°D*A- D*A~ D*A- D*A-D*A-D? A0

D°A°DOACDPASDCACDOACDC AP DOACDO AL

< ]
P
(©)
500 . :

® i E/la 1
§ 400 T=81K 30 kHz B 4.16 (a) TTF-CA DA # UiEiEZE%
§ 300} { - L=#=XE. (b) TTF-CA OhitH%EE
o 1 - . L < £ >
£ 200/ | phase T Ltfiitlzo ﬁaﬁ,wﬁﬁiﬁifb g S e
3 | HEALVERT. () FEEOEROD
a o e BERERE GO kHz, [18])

% ' 100 200

Temperature (K)

ET5LEZLND, BIBTFE—RAY NOMENRRRDDIMEN, XA ~v—DOMABFN LK
AA VU TIHAND DADA, 1. R A A VTIXADAD L 72> T, PRI Z s 2 il
DRAALUHRICELTHAET HOT, e LTOMM-E—A L M, DF D 5hRiE
027> TWD, A FMERAL L NOESFOEMBEIEZp, NAAL ITEHEENDFA

~—DFENETDHE, LRNAAL L LRAL V2RO EMEEEp, Lp_ 1ZEHLLHp XN
D, LMo T, FEMEERTOA A UM RAAL  OBRBEEpowm

Ptotal = P+ T p- = 2pN (4.2)

LD,
ZIICT TV EGNEHIN S NI L EDISEEEZ D, WMEHNA A MERAAL DT Z
NUVIREE L TETEZOLNDON, RAL UNE TOEMBEI EpDINTH D, =
NERLTEONR, 418 ThHDH, ZIZTliE, AMEOESGEZHMLIZE LTS, EHE
R OBRTE— AL NERD L RAA T, BG-E—A > b LA CHFRIZAp D E T
BEINAEL, &0 FOEMBEIEILp + AplHE KT 5, —J. LFAA TR E OBERM
BENAEL, &0 TOBMBEIRILZp — AplZBAY T 5, 20K 5 RINFERIC L HERBEE
BOBAIL, BB [59DIEF0A AU MHICBWTIThIET 7~V Y IR [43)D354
ICHBIHIENTND, ENENDA TN RAAL CNITBWT, &0 FOEMBEEITZEL
TEHM, BHERTEZD &,
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|, Domain

bl b

p p p

A P’ D AP D+pA pD+pApD+pA ﬂD+pApD+ﬂApD+pA »’ D+P

OOOOQ%i;i.%@OOOO

N
[ )

Dipole moment
p. = pN

T
. .,
'.. .‘

.

DOAODOACDOACDOAODOACDOACDOACDHO

DOA°DOA-D*A"D*AD*A-D* A_D* A°DOA0
DOACDOACDOACDOAODOACDOACDOACDHOAC
DOACDOACDOIAODOACDOACDOACDOACDOAD
DOAODOACD+*A-D*A-D*A-D*A-D*A-DOA?
DOACDOACDOACDIAC DOAC DO AC DO ANSY AO | Domain

b b

p p p

D*?' A+ D A~ P DP AP D"/’A 7 D"PA » DA /’ D*PA ’ D*PA ”

P =Pt 0000 R0 .i@@OOOO

=N |

( ]
N

enun -.,
venn _“

-
“‘ ".
n._ _“

‘
.
-
H
3
Q

pPr
“‘ ".

eS

/

-.-

Dipole moment
p-= pN
B4.17 WML TMEFRAL O DOEE

’ I, Domain ‘ ’ I_ Domain ‘

> bl

p p p

> >

p p p

R D*PAPD*PAPD*PAPD*PAPD*PA/’D*/’AP Do

[ |
D*PA oD Alp DA% DA DA DI Aw DAY DAY

............

|:’> <,:|
Dipole moment Dipole moment
p. = pN T ANILYEBENN p.= pN

——) E,

p pHip p

bvprons D*PA #D% A7D"” A7D" A PD*/’A ? D4 AP D*ﬂ

0000@@@@@@@@0000

Char?e D|pole moment
transfer —
P, = (/)+A/))N

E—— ETHz
p p—Ap p

N i}

D*PA 4 D*/’A ﬂ D2 A D7 AP DA DA p D*/’A » D A ﬂ'

0009@@@@@@&@0000

Charge back Dipole moment
transfer o= (p —Ap)N

Protal = ,0++,0_
= 2pN

418 MBS AERAS VABTOERBHEDE
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Protal = (p + Ap)N + (p — Ap)N = 2pN (4.3)

ERD . ApDIENRF ¥ LIS, BHAEINT 50T ((42) ) &HATERBE)
BIIZE L2V, ROTERZ TS SR TOEMBEEDOLLITHE L TWDHD T, FAA
YINERDOBMBEN OIS T TIX, FEBR BN SN AR AT 5 N TER
VY,

ZIT, bI)—ODOEZGEL L TEILNDDN, RAA A XOPEKHM/NTH 5,
ZOET, FEE A A UMD RA AL R, A F M R A A T +— b (Neutral-
Tonic Dmain Walls: NIDWs) OiE#hE & 25 Z & HT& 5, TTF-CA IZ81F 5 NIDW OBEE
IE. KR DIZE > THERAIZIRE SN, KR OITTIERRIE L A A MRIREED = /L F—73
Ml LTV A 3EICX, £ O RBIXERBEIN A Ul DA X7 OfE# L v & NIDW Of#
oA AW TEIR T 2 O 72 &R~ 72 [135], TTF-CA D5 mGL 7 T3 FrE e B R s
EOFBEINEIZIZ, 2O NIDW OIEEINEHD > TNDH EEX LTS [96,118], [X4.19
X, T I~V EBICRHTT AL LT, AL VR TOBMBEIEDOELE RAAL
A RAOYPEKR - i/l (NIDW pair OiER) O FE2ZE 212D THD, L KAA L TlL, Bl
BEIEOBINIMZ THEE A A DO AL UERTH CTBREL, RAA A XD
K+% (N> N+AN), Zi, NDWF%®¢ﬁA IZBW T CTRAEL TSI b L%
iThHs, —H., LRAAL T EDOEMBEIE R AL A XORD (N> N —AN)

’ |, Domain ‘ : ’ |_ Domain ‘
p p P i p p p
'AprApDLpA:pD+pA:pD+pAf_prAf_prAfpD+p'ApDp E DpAprApDpAprAprAprAprAprAp
|:{>
Dipole moment j D|pole moment
p. = pN TIANILYEZEM p_=pN
———) E, i —— E7;
pHAp P r____ L=t ’
'
APD/’APDPA‘”D*PA‘/’D*PA'/’D*PA‘PD*”A‘PD*”'APD/’ : DﬂAﬂD/’AFDPA/’DPAPD!’APDFAPD/?A”DPA"

.............

Ap —= \N AN

Domain Dlpole moment y N+AN Domain Dipole moment
expansion 0. = (p+Ap)(N+AN) . contraction = (p —Ap)(N —AN)
Protal = :0++p—

= 2oN+2ApAN

419 WMBEMATUERAA VABTOBEBRBERDIEME KX 1 > OHRKHE/N
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WELD, ZOXITHERD L, FMmEETOEMBE &L

Protal = (p + Ap)(N + AN) + (p — Ap)(N — AN)

(4.4)
= 2pN + 2ApAN

LD, EGEHINT HRNIERT, 20pANTEVT EBRBEIENEML TWD Z B3 00n5,
S BIA S R A A RO BB EOEVIZHAIT 5 EIRET D &, FoRAUT

ER o apAN (4.5)

R

ERTZENTED, 20 45) Nk, B SN FZRERE > E<HPAT L2 LN TE
%o P ARIRIZMA Do TRETRZCOMERERE R L TS Z &IE, e e b &7
TET DGERIA FoNE R A A COEOIERRS, EBHEFIMLTE D RAAL A XADZAL
O ROERIZLEEZ NS (4.5) RITBITHERELTIZANOHIZ, bbb EFETH R
AALLDEENI T 7 7 B—bFENTND, TO XKD RIRDENL, FHEERBIZLE O MR
ZEMICER L TWD B2 oD, £, 7 7~V ESEEICHT 5 2 FOKFNE
(AR(t = 0)/R o [Epy,(t = 0)]?) X, ERBEHEOZLE (Ap) & RAA A XDEAL
(AN) DENENEGITHHIT 2 L0 ) BRRNEZ B 2L THHATHZ ENTE D,
E BT, t=0 (T CREREEE D [Erp (D12 E < —FHLTWDZ L1k, FAAL UNER
OFEMBE) & NIDW pair DFIHIEE 2 CT \FRIZ X A MBI LDOTHY . 7T~
VEGICR L TEARBRFISE L TWD Z AR LTV 5,

452 REEELEEEDO S aL—2a Y

ZOHETIE, AR OEREIZICOWTELZET 5, SHG ORFEIZIZ DWW TIE%Z D
TR R%, FIE T OO FEEFERDMIEAA A MR AL L DOET NV E O THBT
XHZ BB, UL, KERE(ORFRIEFIZIB VT, t=0.3 ps LU [Erg, (D127
HOTNNAELDZ E1F, (4.5) XTI HIFHATE R, 20T 4L, NIDW pair D
breathing motion ##% % 5 Z & TRl T&E 5 (¥420), £7T. 77~V YERZITL > THE
EAFT UMD RAA UERIZBWTCT AT, A4 UM RAAL BIEK - fi/hT5 (IX
420 HEY), b L=k Hic, 207 o AFBEFHRBERTH Y BRRFICE X 5, ZDk,
BT S VA A ML, 0 F DO 'R EMNIC K> TREMEND, ZDORIRD,
NIDW pair @3EH) (breathing motion)DRfff] A r— V&7 F ~)V Y fHlkE CiEL 75, OF
V. NIDW pair 237 7~ LY RBEOEAREE Ta b — L2 FiiEiRE 2 5mT 5 (X
420 TBt), ZOXIITERD ERHFRECORFMBERITKD L 95 R NTRT &N TE
2

AR t
7?“meﬂxj.Emﬂdéﬂﬂwmwﬂw@—fl+¢wf (4.6)

—00
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AP D AP D*PA PD*PA/’D*PAPD“’APD*”APD“’A" D’

.....

Dlpole moment

-

—————)
A7 D A7 D' ArD* ArD* ArD* APD* A7 D Ar D

S
T

D*' A7 D* A D** AP D*"A P D*PA » D* AP DY AP DY AP

0010 mdl 324474880 0.

APD"PAPD*PAPD*PAPD PAPD”PAPD*PAPD*PAPDF'

= NIDWsOakE—L > MRE)

.....

B4 4.20 NIDW pair @ breathing motion

Z 2T, MAplFErg,(OIWICHAIT B E Lz, ZOMREIX, 4.1 HITRIT LA AU HHEICET S
FATHIEDFRER DN OZE X TR Y Th D, O H ) NIDW pair O 2 & — L > |70 iEH)
[ANOEZET, 10,0, ¢lE. TNENIREIOFZMEH, FEE, WIHIMHTH L, Znbo
%%N?x~&~kfé*kf FBR TR IR ORREEEZ S I 2 b—2a T 5
TENTED, A0KICBITDHY I 2Lb—a rOfER%E2, X421 177, (b) 1ZEO Vv
TN T TR T T ORI Er, () TH Y . TR ZEDEE RA AL HNEOE
MBENEDOZLAp(OIZKIET D, ZOEFIZY I 2 b— a3 T A= —FEER T
72, RIS, (c) 23X NIDW pair D2t —L > MEBIAN()%ZET, LT (b) & () DK
EEBTELEDLZETHEONOINFREDV I 2L —2a ) () OFRTHD, &
Tab—va URERIE EBRRER (B Z2R<H\HLTWD 2 EN00Dd, FFi
[ﬁm@Pﬂ%@fhﬁéuéFwsmﬁk®t~ﬁ%mﬂi<ﬁﬁéhfméov:nv
—va NIV ANT A—F—X, w=28cm™ 1,175 =09ps,p =5+5°Th 5, YIHLFHP
ﬂﬂiof%é_ki\NDWmu®%@ﬁam@T%5:k%%bfwéo:@:km%
78 U7= NIDW pair OGS, ©F 0 EBHOHM L [FFRHZ CT 285 U T KA A > OFEKRHME/)N
NELDENH Z & EBEALTWS, £72. NIDW pair DEAIREEIL. 59F O ERZEA
BB 7 4/ COIREE (S4em?) KV BE< Lo TEY, ZOZ &b ZBEEREMN
NIDW pair D EGIRENZFEL T2 &0 D LD E G L,
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—~~
QD
~

1FARMR - 4 140 K -

Normalized
AR(t)/R

—~
O
~

E;y,(t) (arb. unit)

~~
(@)
~
[EEN

o

Oscillation
Amp. (arb. unit)

1k -
1 05 0 05 1 15
Delay time (ps)

B 421 140K ICBTHARHNEBEELEEEOSaL—2a Y
(a) RAEZELKER, ERFER (BRI &¥3aL—vay (Bh),
(b) FALVAERBEIE (Ap(D))
(¢) NIDW pair®daE—L > FMEEI (AN(Y))

X 421 EREEICLTC, HIELEZE2TOREICONWTY I 2 b—r g VAT iR A2
IR, BANERER, ERAYIal—a UfERTHL, 2DV Ial—ailE
W, I Z G =5°ICEEL T, wk t1oDHENT A—F—L LTEbSETZ, Ih
5TODMEEELESEEZ LICL Y, ETOREMR CHRBILEFE 5> £ HHT L2
ENTE T, BEZLORENVE E—7fEE ((=05ps fif) X< FHHTETWS, 82
K 725 100 K ORI CIZERER LI 2L —Y a VOICETOTIANRAOND, =
UL, 446 HIZIRART=T o+ )V ORBRREWVWTZDTIE RN EEZ X BRLD,
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423120F, VY2 alb—va T A—F—DREEIERLZ, 170K 5 82K IR
FEME T3 D224 T, #REMIE 30 em™ 725 20 em! F TIREBAL L, FRFOREE 1 0.5 ps 2>
H3ps ETHWRLE, 20X D RBERRERMEMEIL, BB A OMEARZ EMEDNRE 7S
EEZDBND, MHEBRPESITONT, FHRRE L A A MRREBEO =L F—ET/h S
<725, ZOTFF—ZEL NIDW pair OEE OB L2 H->TNDH EEBEZLNDHDT, #E
BELCHEARBEITY 7 MbT 5, FEROBRHR T, IRBIOFMm->F 0 EFRE L8N
Do

?
“““““““““

(A o B & /T (T @it A S

Normalized AR(t)/ R

Delay time (ps)
422 HFREICETAIRNEZILEEBOISaAL—P3Y

35 | | | | | | | | | | | | | | |
a (@) 0
sor %% 0 s
= = , E
O | - —
S 25 lonic [ B Neutral =
= o © 3
© 20 o © o) 11 A
LL — O @ @ ~ d
15 1 1 1 1 1 1 1 1 1 1 1 1 1 1 0
50 100 150 200

Temperature (K)
E423 Y2al—>avnRSA—4—NDREEL
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453 SHGEEDY S alb—vay

BIETIE, R REEE DY 2 2 L—3 g O W TRz, #WTARETIE, SHG
WIEDY I 2 b—2a AAZOWTHRRD, ED7HIC, ETIERFARED & & LFRERIC
SHG OB EBOERNZETANLEHT S, 4.1) RUTH D X 912, SHG ORFREIFEIX
SOEEHFERTETLDOT, 77~V EIZE > THE SN D 0MORX A RDIIT X
Wy T IV ESEBHIIS D RTOEFIREBIZENT, LEAAL U E LRAAL U DH DN
WFE—A 2 MIENEN+EpN, —SpNThH 5, Z 2T, SplIHtEA A M DERIZAE
U % DA FHOEMBEIOREZERL TEY, KEZIFK02 TH5[100], AHELZLIIC
EFRIRETIZIZ NS OPMAT— A > MIEWZFT B LDV, fEREEROSRIZ0 & 72 -
TW5, ZZIZESGPHMEN TR 419 DL 5 iREBICoTo b &, “HEORAAL D
PG A-E— A > NI, ZNEN+(Sp + Ap)(N + AN), —(8p — Ap)(N — AN)YD X 5 12T
%, ZOEL, KEFEENOEGE LRRC, FAAL N TOEMBEIE FAA A X
DPER - FE/NMIEB LTS, b Z2Z R LAELELZ LT, T~ YVERIZELST
FEEE B SN D O WRAPr, SR D X D IZET 5,

APry, « 8pAN + ApN (4.7)

S BIZ, A A UMEFRICBT L 5RFEEITMRP i 2 T HEA A MR O BR O E AT EISpIZ L -
THIEEZINDZLEEERD L, ROKRKZES Z LN TE D,

APry, o (8pAN + ApN) X % B [(AN> N (Ap)}
PIonic 8.0 B N 6/) “
Z I T, aldie) A A M R AL OfSE BRI T 5HETH D, 4.1) kb, (4.8) X
2T HI LT, SHG DERXNBHELN D, (4.8) RUTHBWTHRHZA(LT D DITAp(t)
EANRDOAHATHD (MITEH) ., o, BUEDOET /MZIBWT, Ap()IEZEry, (I AT

(4.8)

Aly,(t) (arb. unit)

Delay time (ps)
E4.24 SHGEEDOYZTal—Yay (BANERER. FERNCZIaL—23aY)
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Do SHIT, ANOIZOWT S, ZORBITKSREBMEE DT I 2 b — 3 U2 H - T
BN TS, LE->T, (3.16) &AW T SHG O EEEZRD D L TRT A —H—L
725 DIE, H—HAN/NEF _HAp/SpDREEDUDHTH D, ZOHE/NTA—F—&
LT, 90KIZEITHSHGEED L I 2 Lb— g U B ITo T Ra2 X 424 1077, RERD
Vial—va Uy, GAOERFEREL ISHBIL TV Z B30 5, RARELEEO
& & L[RIERIZ, NIDW pair DiEB DA 52 ANLHZ & Tet~05ps DE— 7 HEENHEL ST
WhH, ZTOVIalb—a NIHWEZEORE ZIX, AN/N : Ap/Sp=10THDL, ZD LD
(ZHBDOAN (£) D B SR & SHG R OW T2 FHETE 5 2 &1L, T VO ESHE
R LT D,

454 ERMLEREL Y

INETOMTOMEAEAND Z LT, AN/NEApDEZ RFEL D Z ENTE S, (4.8)
KICEENDMED I B, 5p 13K 0.2 THDZ EMWATHFENS 50> TS [100], £z,
BIHEE HOKIX, SHGHEOY I 2L —a v b 1.0 L ROLNLTWDS, I,
Z DORDEILAPr,(t = 0)/Pionic? 2 FlIZXKIET D Alpy, (8 = 0)/lionic PE S EBRN S 2.9 % &
o TS, RIZ, alZ DWW TTHDHN, ZOEITEFREBIZ IV THHEAE I B S
TV DRI A A R A A L OBEIZHIE LTS, I Offi 2 AT O EBHRE R b E A
HH DI LI TERVD, 47HITRARD K22, FRADEFLGIEITI Z L THED VR
AHEL 725, 4THIORENHLa~02L 31D D T, ZZTHZORREEZHAWS, U EDEE
(4.7) KIACAT 5 Z & T, AN(t = 0)/N~0.43, Ap(t = 0)~0.085[Ap(t = 0)/5p~0.27] &\
IRFEH Y E2HD 2 ENTE H[Erp,(t =0) = 415kV/em, 90K], Z i, EHIREE L
TRAAL YA XD 40%., 53 T OME DK 20% (py ~0.3) ZfLLTWVDHZ EEERLT
W5, ZOX T, FEERE SUTEE TITMER L ENEICZ L - TIHEFITRERT T~V PSE
MELCTWDZ ENGND,

A5527#/>vMake—LY MNERE

BRI O RERIE T 1E, 1= 2 ps DABRICFE @S S 02y FRIIETE— R EeEZX 6D
abe—Ly MEEBINEHI S (K4.15), T 7~V IRE DR AR AL
LS THIEEZSNTNWDEZLEZBETLHE, 20X 5 RIEET— ML, JEITH9E [43] &
RS AL S TV AEIC L > CBl&R IS TWH EEZLND, ZOEEIZOWT
4.1 EiTHI L, AFETBNE N3t — L v MEBIOERERIL, KIRICHT T
WRTZ, Z0OZ LT, EFIREETEEL TO AR A A oM R A A v OBPMEE TH K
THEND ZEITIAT, ae—L > MEBIZERE) L TV D A B2 /3o =)L AR A RS,
IR T BI< X HICRp Z ENFERETELEEZLND, RO —7FEL Y biEfE— K
DIF 5 NAMRREBLZ R TOIRZTDEOTHS (X415 (b)),
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456 TINIVYEREDLEEE

X 42512, T I~V - THIER I SNDIGEO KGR E R LT, EFIREICE
W, FIPERR ISR R A Ao E R AL USRS TVn D (M (@), TORAAL
IZiE, BB E— A FOMENRRD 2FED S DPFET D, 22T T~V EEN
Fimsnsg &, FAAL NI CTOEMEE (K (b) FHEAKHED) & FAA CEERITHEO T
SICRT D CTRRICERT 2 R A A oKk (K (b) REE) BAET L, Z Ok
B MEREROBRBEIR L DAL L, SHG & RN EL D, MIHIEEICHE
Ty JEK - M/ LT AL idae—L v MNMeffsE® 24602 (X (b) BATE HR), 2
OYRENT NIDW pair D2 b —L > MEEHEE XD Z ENTE, 20~30 cm™ O EHIEE S % FF
D, YL ED XD BREEOIHA) K A A DEARIZ X o TR BIRIC BRI 22 5 R GH L S
DISEE, WHERENDBFERE~DIEB 2D 2L TEDS (W (),

(@ A°D° A°D°|A’D* AD'AD AD* LQ°D° A°D°

‘“““““““‘m ---cocococococococo}--

COLOLOLOLOLOLOLO L )

COLOLOLOLOLOLOLe I+ domain (- = 2, N DA pairs)
cec@lelololococe

5 COLOLOLOLOLRLOLO DPA° D°A°|D*A* D*A*D*A*D*A1D°A°D°A°

t; -jecececeococococOC

a ©:TTF ¢ :CA ) T _
I—domain (— [ «@ssssss, N DA pairs)

(b) P S

I+ domain e

PR Y YV Vv Yav Yav Yar Yav .\
PR VSN VS VA Var Ve Yar Vav

TRV YAV Vav Vav Ve Vav Yav - Yer .\ B BB B OB O B
(B D B D O B B B D D B B B B D B

(A Yoy .Yy . Yav . Yar .Yay .Yary .Yar .\ YA Yoy Var .Vay . Vay . Vay .Yav .Y, )
LOLOVVV@LOLO OLOLOQ,VVOL,OLOL

7 \7 | \/ \/

Delay time

Domain Charge ‘ Domain _ Charge back _
expansion+AN transfer +Ap shrinkage AN transfer Bp

Electric field ETHZ
) TH
-u

Steady state Large macroscopic
olarization

by the THz wave irradiation

X 4.25 TTF-CA HEHICE T2 TIANIVYERE (a) FERPICEBESQ
TWAHMBHEAS A ERASY, (b) BBERAAUERASDDTIALY
BIEE. () TIANYERBRICE>TEREIhZ Y OLBREERE
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X 4.36 TiX. NIDW pair W OIRENE % BARAIIZRD TWDH DT, ZOEZREDHK
REWTHENTED, AT ICFOKER LT, FARAMILTY I 2L —r g
> B3R 7 NIDWs O EAIEEEL ., #EIUA 1K 4.36 OIATHFREOIEEE CTH 5, ARAFFEIC
BWTHIEZIT>72 70K 705 100 K OIRFEEFEIRIZIBW T, M OEIZE < —EL T\ 5,
TODRENEL ERLTFETHLILEEZXDL L. ZO—BITIEFICEVWLDOLEE 25,
ZO—EhrbbH, T IV RFRITSE L CHEEE R A A H LTV D O 7)Y NIDW pair D =
bE—L» MNREEBTH D & WO RIFFROMIRNEMS T OB X B D,

47 BEFRNDRICE DBN TR AL VDR

4.3 ~4.6 HiDHFFEIZ L - T, TTF-CA, TTF-QBrCL HFYEM DT 7~ LY i, ik
FERICAFAET DRI 72 A AU ME R AL U INEHEERZEE 2R RN hote, Ry T —
I —7EDFERNPOIL, T T~V E RS L T W EFREEOHRYEFIZIB VT ER
EEDBOAFTNERAAL URFIHESNTWDNEMD Z LT TE RV, 22T, AEIT
X, TRAMEIROIEEN 3 HIZ L > T, FHEFICER T DA A A M R A A v D ESSZE OMWE
BEDH L ERRLT, WBEOMNE T 0 —T TE S TTF 4D 5 FNIREIT— R
IZOWT DR IEOFERN S, TTF-CA OHFMFIZEB N T, EFIRETEEIE S T D
PRARA 22 A A e R A A DEIAIE, 90K TR AR D 20%f2E TH 5 & AfEDL 7=,

471 R PFRIEHETE—FEEMV Ay TY o4

FTHEEERICB W TRAG IR T~ o ETHONDIREIAY MviE, EIREA D
BT DICOOERER T —7Thb, HIZIE, IREEMIZEDEMBTHSOMIESR L, R
SMEIUIC BN 2 0 FRIREI D RIC K > TH D Z LR TE 5,

TTE-CA [ZB W T, AN T < U BELIC K D IREV ) D EEREREZ 155 2 LA
T&E D, EO—DON, FIMEBIAFAET 50 FRIREI O 2 FRE— R (2 B— F) 2d 5,
EXFROIRENTIARINNIFRINNEETH D . ROV TBUT 5 Z LI TE R0, L
L. TTF-CA DA UMD XK 9 72 XFRYEDIL 7 — R IL8H Tl Electron Molecular
Vibration coupling (EMV #f55) Zi U T a,B— RORINEMEE 72D, LN TIX, DA =
R INZONWTIRAS,

438 1X, EMV A OBEEZHA LK TH 5, M (a) 1355 FHIREIDAE U T 7ZRu ik
REToH Y, TTF ® HOMO & CA @ LUMO VEFIZEAIN TS, Z 2T CA D TFHNIR
FPRECTHDREEZERZD (K (b)), D FHIRENC L > THOFOMENRED LT, CA
® LUMO D= )L X —¥WEN 3B L35, LUMO O R )LX—N T o 285121, TTF 2
5 CA~NETNBEIL, HIZ ERSTZHAICIE CADD TTRICEFIBEIT 5, e LT
CA Oy FNEE) & [F] CIREV T FRIOEMBENEL D, AN EMV #ETdH D, 7
TWNIEE BRI ENICE AT 5 F M OEENTH 223, EMV #EE1C X D BB i)k
FENZELD Z EICHEETIVNENRD D,
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EMV f5ANFEET DA, a, & — RiX TTF-CA O A F U MEMICB W TR 5 [144],
ZOZELEBALIZON, 439 ThDH, K (a) OFMEHROLGE. —RITCEHTT MO RFRME
TN TE LT, CADTNORIEELD VT VAT 7 —Z XX —t;, LIFFELY, Z0
7=, EMV fEAIC L D BMBENIALAEICEL, MG -E—A 2 MIECRY, —JF,
B (b) OA A MDA, B TOT A FEDOINIC LT, EAD NF v
A7 7 =T NVX—PIEMA D, T5&, BERMOBEIOMFITRY BAET, —KIL#HD
FCHRRA-E—A L FBEL D, T, b b ERARNEERE—-RFTHD ag T— 1
Wy AT HERBIZBWTHRINEEE 2D 2 L 2R LTV D,

FERRZ, TTF-CA DA A HARIZEB N T a, B — RBEMLT 25 Z L 1d, EBRIICHEND 5
LTS [100,145], & B, BBIRELZOHFMHEHEICHENTE Z0E— RBEHEL TV D
TEDHERESNTE Y AP S TO AR A A M R A A R Z DFIKIC
7o TNDHEEZ BTV D [100],

(@ (b)

K 4.38 EMV f£80#2H
(a) DFREEHELCLTOLEMEEDEFER
(b) HFRIEENELCLTWEBEDEFHENA

(a) ™A (b) A7 1%4H bos
\3( Nﬁ( | ﬁ »%R ﬁ\‘ \ii \»ﬁ(
o QT ARV

e_ —P
B 439 EMV &&ITHES a, E— FOEIE
(a) FHEEHDOBEE. (b) 1A UHHRDOEE
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472 HW

AREBEOMEO BEIE, FHAFIZBIE STV DA R A ME R AL OBEER L
WIZTHZEThD, mifliTlE, &S TIRENE— RS, ML AR AL 2T
n—745 ETHEHATHD Z L BRI, Z0F— RIZET 2RO TR, ST
ZENT TITATOIR TS, L L, JBITHFZER T 7z 2000 AELEIZ I THRAM 3 E O
PHREMNM ELTCNDDT, KOEEDOEWARY M EHLZENTELEEZ, WO TH
JERNE 4T 72 [100],

473 FER

[ 4.40 (. TTF 53 DagvsE— RO EART M ERT, A AU HEHICBN T, K
HEPERBIT— FRFEL TND 2 ENnh D, AR OEN 112, AWK
DAY ML, ZOF— FOREFRENIFFIHNZ L 2R LTS, EMV FRICE
DIEMELT D 20— RORE FHRENKEVOIE, CT BB LIRE FIRE LS TV 50
5THhD, il THAAMIIER T2 & A A MHORIN DO ZEICER B FE L T
DT ENTIND,

1 T T T T T T j T
E//a
77 K
0.8} 82 K 7
90 K
2 06
=
O
Q
© 0.4l
04
0.2
0 L | L | L | L | L
1100 1200 1300 1400 1500 1600

Wavenumber (cm-1)

B 4.40 TTF 53 FDa,v; E— FORGFERIARY ML

4 4.41 12, KK ZH2Z LV RDTZ TTF 53 F DagryE— RONFREEL AT M LAERL
Too A A HEMANZIE, 1310em™ 12— 27 BB TWD, —J7, HAEMZ SRR L7z

(b) W5 &, 1350 cm™ 7225 1450 e IZ[FRIERDE— FEHAL L TWDH Z &3 005, &
D LiE, PHERAICBNTS ZEERE LA A E R AL UBFELTND Z EERT, &
fo. E— 7 BENEBEAISESIZONTHERLTWD Z EiE, A FMERAL o OBEDER
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BRIOESIZoNTHEML TN 2ol eéEx6nb, FHEHEO AT Mzl ~1370
e fFUTIC R S D A A 3y RITIZ T, 1450 e (ST IS5V A Ro30 ROVl ST
Wb, TNHONY KX, RN, AFMERAAL CNT o ®BRIEL TS 0T E
NIDW 55D FHEREIRIC BV THI “E&IRMEL T Ao itk s boietExond (X
442, [100])), F7=. BIEAMA A MERA AL U BRT AL N ROREREN., A 4 M
DE—7 T 5 1310 cm™ L0 b EERMANCEI TWD Z &id, IEAA T R A A 2
B 2EMBEIE p DEEBIREUTOA A MHOZNLD /SN EZREBLTWND,
ZOEHIX, ZOF— FORKEBILERBEIENHDT5 L RERDENELTHD [146],

@ s — ()5
TTF: ag(vs)
AN €2
S
)
21
= 2
;
o =) S
) o
> T
= kS
= 2
é O1
c
o
@)
8 | 10K “ )
o
© 77K Frequency (cm1)
| 8K 0 o~
ﬂ\__/_\,_
100 K
110 K B 4.41 (a) TTF 53 FDayv;
) E— FORPEHERRY ML
150 K (b) EtEAIDHEKE
170K
260 K

1200 1300 1400 1500
Frequency (cm™)
NIDW NIDW
lonic region ‘ Neutral region

DOACP DA DOA°DOA-D* A-D*A"D* A D* A-D* A°D°A° DOA? DOAO DOAO
mUWIZERE

FLIEKL

B 4.42 PHAICETEBO_EHELRVZEBREE
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474 B

ag B— FOME LTI 2121%, FHEEEICA OGN L E— 7 OB EE S 2 uUT L,
EfEZRFHN AT D 7o DIT, DNy 7 7T 0 REZ LW, FMEREIZBWTIA A
NV ROFREPERIIA A R AL OBEITKHE L TWADOT, 1300 cm™ 725 1400 cm'!
OFHZFES UTce —J5. A F MBI 22X 1290 cm™ 205 1340 em™ & L7z, K
4.43 DFETRE OWERFETH D, FHEARRTITAECONIIREN R LT —J5 T,
AR SRR R TR O B D, a, B— ROBEIZOEMV #EE0ME (e Eko Kz
X) L. @QEAD NI VAT 7 =D, Lo TRED, QIO TILIZE A EREELL
RNEBZLNDLDT, SlIE@IZONWTE XL, QDELED KT VAT 7 —DFER
ETDHDIIHEFOTHAOREITHD, WHEHIA A M RA A CEEBIEELLTOA 4 M
FHZBW T FOTHRORE ENFE L THLINE I DIELT LHHAL L TII RNV A, ABFSE
IZBWTIERED B ZITWZNO T, MFOREIFIFABETHLETH, LoT, H
PEFIZ 3T DA A A E R A A OBEZFHIT 2121%, M & A 4 A OFES58
DZEZZ UL I, 90K T 1T DR TREIT 77 K IZHBIT 521D 20 %IZE L TRV,
PR ERD 5 BB R & REIE EWBA A ME R AL R EDTND I ENbhD, 45
HiCiE, ZOEEHNTT 7~ YR X D2 bAp & AN Z 5Tl L 7=,

LI I LI T I LI I LI I LI I T

20 O o C _

K 4.43 2, E— FD

Intensity (arb. u.)

| | phase N phase | momEoRE&RES
I C ]
T =81K OOO
= OOO
0 1 lCl 1 l 1 1 1 l 1 1 1 1 Cl) 1 Cl> 1 Cl) l Q 1 1 1 l O
0 50 100 150 200 250

Temperature (K)

ASKEDE LD

AREOWFETIX, BEFRFEER TTF-CA OFFHEFTHEMAIZBNTT T~ bkl 217
ol BENE. T T~V OB 2 VT, W EA IS BN R A AT D
ZETHD, Tu—TiF, BRI OmBOARERETE S SHG &, CTEBOE % i#
L CTTF & CA 5 MO EMBE) & ORI 22 28 b 2 B C & 2 3T AROMEIR O Y O I 328
fb%& iz,

EFRBIZB W TRIENETH D SHG 3, 7 7~V BRI K- TIEMIC /2 5 2 &
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5. TRBEMIRWINER SN2 E Ny o Tz, REEE 415 kViem DT 7~V EIHIC X
S THE SN BORE 1%, RIEORFEEA A MEAHIZEB T 2 BHESBOK) 17% TH
D, EFITREZV, ZOMBEODBOARKIL, B3 &5 1D TEUVEE A 77— L D]
WAL D, 77~V EEHWT, EFIRECHET 2055 B MO IRIE A2 2530 L 726X =
NETIZLH o720, BHEEMICBEO T ar b El 2 omi A+ 2 Licksh L
DT, BEFEDBDTTH D, ZHUINICE > TRFZARH T HmOB b 25 &2 Lz
ZEEEWRLTEY ., HITK 2RI ORI ILT DR TH D L E 2 D,

IR DTS 7 m — 7 ED BIE, FReEE RO LRI RO BB & O
ERPRELFEEZLTWD I ENgoolz, Z0OL S RMFEESMOERIX, TTF-CA ©
BVRIFEARLE L COMEENBEL T\ D, £, KRB ORFEIE O, 85
BOMOARITIE, EFEIRIE THEET DI A A ME R A A ONERIZIB T 2 EAEE)
BOELE, TD RAAL VOJERB XOW/NNEE LTS, &0 ) GRS 2 B & 0
T 52 LT LT, REE AT IC V) T TTF-CA DISENT 7~V Y EFICEND Z &
72 ABBET 2 DI, RO AERD 7y F RO BTN IS < MU E FAY 28R B> T
WD Th D, ZD XD 7RBaFESMAEROFEMREEA I DN Lo & WD 5T, A4
ZE1X TTF-CA % & 0B A ER O 2 g 2 E CEERHEHEZ R LWz 5,

BT, T TV BEBLNDDISEDOT U, A 4 % B A A > ORISR
9% NIDW pair OFEZHNFFH L TWDHZ & EZH BT Lz, NIDW 2SHHPEA 4 MR R E
TR ENEE AR DR FURPHIC BT AT PINEEZ LT 5 Z L I3Z < O TR I TV
W, EDEAF I A FERMBRME LI-OIL, AFERHO T TH D, MA T, FEMR T
M HIE, 2 0 NIDW pair OFEE O [E A IREIEL AT 7~V Y REBICHFEE L TR Y . Zhddks
BRI TY 7 MET 5 &0 BIBRIEWVR D B W2 T 2 ER L NIRRT, 2D XD
RIRDENL, BRBAISESZONTHIERIE L 4 Ao EREO =L X —E/ s
V. NIDW pair OEENDOE T/ NS 25 Z ENRRTEEEZ BN D,

F 72, TTF-CA OILHBEWYE TTF-QBrCL IZEBWTH ., 7 7~ RN IS K 5 B
B E DL DM S ATz, RTRELDORFEFE R IT TTF-CA L ITR&E £ D, T Ofs
. NIDW pair OEB) TTF-CA (TR TEIHIZY 7 MELTWA Z ERH LN E 72T,
Z DiEWE, TTF-QBrCls 28 TTF-CA [Z R Tl 72 fllin 23 Z L ICERT 5 B &
541, NIDW pair DX A F X 7 ATWEOBEMEN KBS 115 &9 BLREOER DG O
770

108



PUF O i3S Iz B# T ECTh 5720, HANCAI Y A5 B0 5 AR/, A v & —
Fw N TORZERIREL TWET,

# 5% (ppl09-162), %6 %= (pp.163 -212)



BTE iR

AETIE, ZNETOFEONEL, £ TOMEDHERIALNIRoT2Z LTl
Do BWIRIZ, AWIEDE R DOMRE L REBIZONTIE~D,

F1E FWM

HRREHZ K - THE OB TEECH IR BINICZ LT 2 BlG Th 2 il s OfF 5
X, 7L ML= =% HWTcBEE S CEINORE L L HIAFEV ZRE, ZE T
xR BB AE N R SN TE 1, 2 OHEROEFH LM OMZE Tk, I -
WARAMESR DY A N Y & LT L, 205 O BEEICALE 3 5 EIR O E 1788 % i
BT D2 ENEhote, —F, HFEOL—F—HIF, FRo, BREEBREROREIZLY .,
T T~V (~1THz, 4meV) RRHFRAE (~30 THz, 120 meV) &\ o7z, draRsMETL
LV L EFRE (ERERKR) fEOmBE L —— L ARE A AREIC 22> T& 72, AWFFEDOH
FID—20F, T T~ ORISR E Y & U T B35 2 & T, ek & 132
DRI X 2 YR BEMRIEB 2 EB T2 2 & Th D, 7 7~/ IR PRI EIK
21, A TRECY T EE) & WV o 72 2 E N0 ROV X —REIR SRS 72 B S FIE L
TW5, EREORI SV AEZRNTIND ZBBREIT S Z &k, Al - mARASERhE I
K DETE L 1T R R 5B R A WERICHERET 2 e M SN D, FRIC, 77~ s
TRIMVEIZ X D hEEIX, AT« ERIMC K> CTEFEBZNE L7-SAICECS AT Y U T
DERRSLROIRE EF 2R, BRI A B R AR T2 EChii Th 5
EE R D,

AFIFEDO L 9 — 2D BN, YT A I NGHEITI ZEIZED, 7T~V - R
SIS & o THE U 2 WMEZEA L0 LB AR O L 0 SR 2 I 5235 2 & Th
Do WTHA NG EF, BREENLE (CEPLE) AR 7HE . TORSTHOIR
BE LD QEOVRERIEO Y 0 — 7 a2 HEHT 5 2 LIk o T, RO IREIEYS (B
%) \Zxt T 2WEONFINE 2 EEFH CEENET 2 FIEOZ L ThHhD, Y71 7 00k
{75 Z & T, EEORENEY () k- Tabt—Ly MBI SN 5%, filx
X, B TRENCO THREBO X A 7 2% L0 EMICRHT 2 Z E 0N AMREIC /2 5, EE OWF
FEEIZBWTUL, TLEIL > TT T~V EEO Y 7 A4 7 VRERBILS B v Tn
7o ZHUTINZ TARBIZETIL, X 0P S Hiffi s B & 72 2 RN e L 5 71 7
NRE R %, ME O CEP ZEH RN AETFILEEZO THBETHZ L2 HIE LT,

$£28 RRAZE

IRef] i AR o 7 — 7" a — 7 E L & SV ZAEEARNEIC K D mRET 7~ DA -
RHTE, KO, ZNHEEBT 5720 0OEREOKFRICONVWTHI Lz, EOH 7Y
TN X BDEGWIEOREN S, FLE %R 0.75 THz, J8AEfE 400 kV/em LL ED > > 7 A
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TINT TN ERFEE L TWND T & DD BT,

FEIE FAHREEBEIEA TTF-CA DERMMY

KRIFGE DRI RIE T o DA B BENSER TTF-CA I DWW TCEH L7z, TTF-CA O KD
FrUZ, REEE S ORI Ko ToHFOMBIN AT 2 kA A4 VR & MR 2 AHER
BRELDZETHD, TEA T HEBICR T, EFIREE, s, Bt %<
OYPERBINICEA LT D, £72. TTF-CA OA A M CIIBRFBDWN RIS 508, D
EIRIXEM 2 FFo oA A OEN TR <, HEEBOBRICAE T 555 FRIOEFOBENCH
Do ZDZ EMNG, TTF-CAITE FRIOMFERICPHIND,

FA4E TIF-CAHHAEIZEIT ST I ALY RENIE

TTF-CA OHFPEMICE W THILYE TRV F—H) 3 meV, I NELEE 415 kViem DT Z
SIVVBIZ E DR AT o7, ZOHEBE, b e b ESMOEIE L 72 TTF-CA O HHPEFRIC
XL TT I~V EGEZENT 52 LT, MAENRmE S HTERTHZ L THDH, Fr
12, fEAZEE M DO K A FHERIRE O CERARISENA LD Z & 2R L TERET
77,

T TV Ko T, FHEFTIE D & b ERIEMETH D SHG NEMEIC D Z &R
BHISNT=, 2L, T~ YRICK s T 7 alaplndmksniz2 L2 R L T
%, SHGEHDORE S D, REABHIMIE 415kV/iem DT 7~V IRIZ L » TER S =5
MRORKE 1L, EBIREIZIIV 90 K IZBW T, MEEEA A MBI 5 BIEOBD 17% &
FEFIIRENZ ENyInoTo, T T~V I E > THRBESBIRIEOER TR, 20
AERRIZRT) LT DA ZEN IO T TH D, IS L » THF 2 LR T moE{b%
FISEI L2 EABERL TR Y, KT K D EEROYIESIE O TR &2 IR 2 R E 2R T
b,

Fio, RN R T 0 —T OREIZBNTH, 7 7~ I & - TR
MRS DEZHBHI SN, ZOMRIE. 77~ VYR ICE > T TTF & CA DR TE
FIRBENDE L, ZIUTPE> THRFEBEMN RN ER IS Z L2 ERL T 5, TTF-CA 8
BYHOMBEARTHDLZ L EEEZD L. ZHUTHRRBESBO LB THL LS X
Do IOIT, WBEFFEEIOFFORE S ERRIE, BEICL > TRESE{L LT, it
T T W OB S EE LI & | RO A BRI I E TR RS TS 2 P
B2 A A M R A A OWNEICEIT 2 EMBEIROEE | 2D R A A OYLKRHME N T 5
T 5, EWVO R A B SN D Z LITE Ln, FRS. BIRA AL E R AL VD
JERHE/N. > F D NIDW pair OIEE) X, FFEORKEEFSZ LNy oT=, T OREEEIE
170K 225 82 K ~NREME T 21220 T, 30em! 705 20em! ~E K& V7 MET %,
ZoY 7 MulE, FHERRE L A A U MEIREED = 3L X — NIRRT S IO TTRE
<721, NIDW pair DiEBE)OEITL NP/ S LK 0D Z ENFREEE Z HD, NIDW 23k
A T MR R BRI (R O UL DB T MEE ST 5 Z & 13% < OFFRET
IR EILTWER, ZDOX AT 7 A ERRIRE LIZDIIAF RO T Th D, Tk

214



AREIC L72DiE, VTV A 2 NVIEICE DT T~ VY ENE L A 27 ZADHRIE L, £ Ok
BRI CTH D, KimSLOBER LT, T T~V ERIE & U=l o 532 <
boH, Lonl, 7T I~V EORREY & ORMNR 21TV, £ 2 bYErICEE L&
BEEIHLUERIIZIE L L 2\, XA T 27 ZADfENTH> 5. NIDW pair OffEES) O
BEAREE L VD | e CEIELRYEEZ I L Zo5eix. 731 7 E ORI R %
RKBRIZSIEH LI THD &5 25D,

F£7-. TTF-CA O LHEBHEME TH 5 TTF-QBrCLIZB W TH, IR RE 7 1 —
TDEREAT>Te, T T~V I KD BAERE(AE TTe & 9 503 TTF-CA & 3td@
THDHN, WHEOEBFHIIRE SRR R’ yhoT, LnL, BEEREORE &N
260700 57, TTF-QBrCl T8 2 B2 bt . TTF-CA & [k NIDW pair O {fiffiiE
EBELIET NV CEISHET LI ENTE, T 51X, TTF-QBrCl (I2351) 5 NIDW
pair OIEB) O JEFE T, EB ATV 70K T10em' &, TTF-CA L TH I HITKE
72V 7 MbERTZENS ol ZOEWE, TTF-QBrCls 23 TTF-CA (2 b~ Ty /e
M 2 /R Z LICRKT 5 £ & 2 50, NIDW pair DX A F 2 7 ZWE OEMED e X
D L9 BBREEODEE RS T,

FE5E CEPRELI L MBRFRNIRADOREEES THA VLS ABERDESE

RSB DY T A 7 VR T —T u— T EREZHE LT, FHCEETH-ZD
2, Ta—7YE L THWDEREEE 10 s FRE OB VA EZRARDLZ L, R e L
THW2 CEP BERTRINEERESE, TOEGERERETHZ L, T LT, KFRH
ZELTIZRIENFRERNEREMET HZ & ThoTz,

7'r—7 MRSV ATE, FERRIE GRS &6 BBO £ 400 nm NV A TRpEE T 5 # A 7D
FEF#H OPA (NOPA) M DHIEAET D 7 (~650nm) ZFIH L7z, BHFFEEICIX
NOPA DR MBEICAFAE L TV, AR T 79 A4 7 VlEEITH) L—HF— X7
LD TPRIZHT 7212 NOPA DYk % HIE L 72, NOPA IZ X - THA I Al E L A D
HFT X —X, BEE 1.71eV~236eV, BB — ME (FROG) 12X TRF
i L7270 2 ORISR E O MAE A T 112 fs Thotz, £7o. HZE - (KR FCTOHIE%E
T 72T, MFBROBEEZOT ¥ —7Hll 1T o7,

CEP ‘ZE R RI OV A B ESEDITHTZ> T, MEORAETFEEZEE L, Zh
X, ABFSECHEH FTEEZ 800 nm /XL A DFhELEEE (~ 1m)) LR REVS . D
DEME 729 CEP ZE PRI SV ADBATIEN Z N E TICHE SN TR o 720D
Thb, TIT~VEORAELFRL L 910, UL ANEERREA OGS A2 R L
TCEP #ZEASED EWVIIEDOIE, ZERHIIBITET 4 T AT —a k> T 800
nm 7NV AD AT KV EIREIEAL LTz BT IR LRSS LiGaS, (2381 B 2B A %
FATTH LV FEZBRE L, S5, EOV 7Y v 72k » TEBIEOWNE 21T
W FEE LT HIRANED CEP W LB SN TWD Z L &R Lz, B4 LRI AFE
R A—H—%, HLJEREE 29.4 THz, 7SV A= R X —800n) (FEYHS T 720n)). B —
LPE70 pm, REAFELGIE 10.8 MV/iem Th 5, FEF I 72 7R T CEP ZE 72 RS 3
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IWAZFESHEIZZ & LW A T DI T A6 Thd D LiGaS: IZFB W THARZL VUL
AFEAEZATO, FHEDN LR LD MAEE Sl & EEOES Y O 41T > 72 2 L1
K& RMED D 2

IR U7 rRE AL VR & CEP ZERT RN MAEDE D Z & T, U7 A 7 LR
=7 u—TEREEE LI, S 5T, RIFMOLE LIZHIEL /R T D701, K
FRRD RY 7 M - fiET 27200 ZER Lz, BARIZIE, HERBHZ BT S
Ny 7—7a—7 ELWITLT, EO V27U 7 X » TR DB &2 H e
52 &T, 1 A%y VEORMEROTN AR - fiET2 X oI Uz, EBROHEENS,
ZDOHFEZ LT, BRHFESED RY 7 OB L R/PRICIMZ bbb Z &R LT,

YT A I NR e T—T =T R EIL, OB ORI 72 D721,
WHORT—7u—T7HELD b —RICES EREV, I, FRstamiiEts 45
LA, T OBEEIANT T~V IR T 1ps 205 30 fs ~EFEFITHEL 72D Z &M
EOICHEZHELL T2, ZOEOHETIMYMATL, 7a—7 KO8 L A{k, EO ¥
7V T K DRI EGEE O, FHEA R 7 NORELPIRT D Z LIC K DRI
WOREMERSR L E1X, TOHLIOFITHLES 2D, bHAA, FIEHIRISED CEP
EREAASEDLZEIMATH D, ZLOEE —>— 2R L, KR TOYERE A
HEZRIEY AT DB LIZZ L3, REBRRETHDL LS 2D,

E6E TIF-CAA A UEMIZE T ShFNKLEIE

TTF-CA O A F U HAIZE W T, =R F—120 meV ~ 130 meV O FIHRAEIZ X Db
BEfTo7z, BIX, CTER LS Ly THIRBIZMENE L, it k> TAEL D8
INE AT D2 L. F LT, WEROIERINLHIEL & 13587 2 IC L AR 2 K83 5
ZEThD,

YT A 7 VEDFER D, - NIEENC IS U7 hRsDERE 12 & - T, TTF ¢
Doy FPERI T 2 AR O KR AR & SIRBIT 286+ Bllll sz, £, 20
IREND JEI AT, SEIRHE L7200 FEE O b O L 58 alc—F LT, FRIIREN K& 0 o7
DX, EMV A EBDOKER CAGTD ayv; E— R Thotz, TOEF—FRIZEHLTE X
X, CA 1D TNIREI L W ) RFE D) FIZRTE LTRENE— Na i35 2 & T, Bz
T 5 TTE 0+ OMENER I N0 RH L2 L2725, 2k, EMVEARICE > T
T OBRRBENNAE U DT 2 BB L7722 S o2z 5720, EMV A X 501/
DOEMBENCEA L TIE, WEDIRI - FIHEE HWIOHEMER OMEIZB W T, i
T2 & SN @EEOIREBNBH SN T, Lol TS OEITHFZETIX, CT
ERERNE T2 2 L OBEMEBEAZSISEI LTEY ., RITEFITHEMERREIC > T
Do ZAUTKE L TARFZEIE, FRISEIC L » THFNIES 2 LBEI 35 2 & T, L0 ER
MIIZ EMV fEGHROBMBEIZHRHT 25 2 LIk LT\ 5, F2, @BENEEILOK
X ED D, 4MViem ORI THIE LIZBROBRBEIO K E &1, £0.1~02e EIEFIC
REBRBDITRD & RS bivlc, LLEDORRIZ, $7 A 7 0060 Ko THIO TR
FREIZ 7R T2BRTH 5,
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Fio. S TWIRENCER T 2 EHOMEBIREN N % T, M ord, 7+ /v
Dz —L v MRE), MFFEESBOBD R ENBHISNT, oD EnDL, A F UMD
SRMEAOEBETTNDZ LR yhotc, ZOBGE I BLIZGELSARD 2D, 79
A 7 NVRIEFR LT ONTF R E AT, Bk EEBIEAAEOREZ 1T > 7o, FRZER LZD
X, 0 FNIREN A~ O IR/ FEHIGOE NS, EDO XD RIEEDENE AT NENDH T ETH
Do FEEBROREG, A A MRS FYEFA~OFERRE X, FhiEE P RIS 0 7 N IRENZ 60 -
FELBEONTNOLHATHAELD Z ENShoTz, L, WEOEIEESRERFME L
JINEE L% DM IE S R AT RV RES B D | ZNENOHE TR DEEIZ L -
THMEAE~DOFIEENAE L TWND I ENThoT,

53 FNIRENC IR LIS 72 AL S F Tl R EA(LDO R & 3 ES TR I L THK
BT R T IR BN A bIT-, 202 s, FEHBEEOEAEIZITEF L
BRI X > T TTF & CA DMOEMBENAEL, Tad & o0t & LTEEDA A PEIREE
INRLENT D Z & THIRREE~DIRIEBE N E T TWD L EZBND, REREDOIESE
SIREARAAPEIT, 1 IRoTE v MERIRIZEB T 2% v U 7AROMERE R T HH AL - TX
SHBLIN, ZI0DHONDH/37 2A—F—HLWENICRY b O Th o7, HWHEE %
IZBTDET bRk & SRR T AR IR, 20 E TIC SHEOE v MaxEkIC
BOWTORBHENTWS, 4E., TTF-CAICBWTHE LZBRHSENEHSNZZ Lk, &
T R RARFEE WD BIRE OB T TOIRER, < DR TELGL —KNRBSTH
L2 EHERELTND,

—J5 . S FPIRENC IS U7 b St Tl RO SR b D bt BB IR AR AR 1 LB S iR
gD el el L7z, FEIZ, 3 MV/em LA N OB T, FEHBSRMAIC TR E 22 500
RIALDBI ST, BIERERE AL FADORIEN S, R EHDOEFIRIEN. &
T-NIRENC FELB DB CT ERIC IS L2 DA L IX 2 B2 b0 THL Z
Binote, ZOBEFIREBOFEMSC, £ ORICHMEMHE~OFEEZE VA U 28132203 o
DINTT2 o TRV, 0 FINIEEY & W ) o THEEIRICRAS0 72 B B2 IV CL 877 7abiis
IC LD FHEEESE ERTE 2 LM TH Y . AIFRORKD HIO— 2R ERK S
TEEZD,

SBRORELRE

FT. T TV OMFZEIZEI L Tk XD, AMFZETIE, TTF-CA OHPEFIZ® LT
T TV ERNE AT 9 2 & T, NIDW pair DX A F I 7 A&7 5 Z L ICkEh LT
Do ZOXIBRFE, OFEV, TINAVEICK o TEEBOFEREZILBEE L, £0X A
FI T AEWARD LD FEX, FEFITAHBEISEH TREN DN R FIETH D, FEEE. H
1 EORATHIEDOBI TN LizE 212, ZREEHELMEICBWCZIO X ) 2Tk A &
. REREINZNDTND, ZOX I RMELATIEE. 77—V =) 55305 Hlili7e
WHTZ T Tl R TITo 7 L D12, T T~ I O EIGHETE % & 6O T2 fiftT
EITHZET, LOREMARRBEDO L AT I 7 22T 52 ENARETH D, BlziE,
B CORMZAT - T2BRIC, BRI O/ D K O RISEZ B - #amT 25678 S,
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TR AED THLEBEZOND, SBDOREL LT, T 7~V EGETE & O g
EVVIO BTV ZIE, hEYED CEP KA RIET 5 2 & b BEIRIEVIFERN R TH 5, #%
35 FARASERE OB I N TIX, T A 7 A EAT O 72912 CEP &2 E{b LTz
D, F ORERHEICII R E R EWIT R o7z, FEBR, AT THEM L7z R0 X5 72
~ITF YA TNV ZDEGEIZIL, CEP OMHEIZEIR D HISEIC KR E REEL KT S 720
PR ENG, Lo, 77 AVEO LI I AV A T AV ADEA . CEP OfEIC
Lo TNV ADWEIITRE LSBT D, BlZIE, cos BIDIRENTHITES Ol ik
LR BEELNX 1 RTETTH LD, sin B THIVUXZNN 2 SFEET D, BEIRT O FHhE % 4
IESANZBEE L 7285812, 2D X 572 CEP OEWR ED L 9 B % KFTrETi~s 2 &
TR —~ ThH B X bND, BUETIL, 77~V YO CEP 2 B BIZHI#ET 5
HMTHAR S TIHY [225]. 7 7~V EE D FEER I, FhE LD CEP (K{FMEE T~ 572
DOFELE L TIRETHDH EF A D,

WA, ARSI AE DG DN TR D, HARISEIROBIL, ThE2F M35 1
— =B B O FEF I L > THEEITEAITON TS, L—F =26 H L Tt
FERMFT D GOF L LTI, 2089 REEESBHOEBMIZKEE Y 2036, @R Fik
RO AN TV ZERKRYITH D, AFFETIE, KR TH D HAEHEBRICHIBRH -7 2
L0, KRR E L TOMMES 2B LR, 55 B X 5 2B O RASETR ATk
ZBAFE LIz, LovL, B 6 FEOMIEND L0005 K 518, WERZORFIE L L QdH iR G
DJEREZ HRICTHETE L2 ENEE L, AR TR LIZFIED, KR E Z2l2y
F. REOHBETORT 4 TA LT —va 7272 QT RETHZ LT, BREREAIED
VAT LNERBEIEDLTENARTH D, o, B L7 K 9T, EHFETIEZ < O CEP
LERPFRANDFAETFIENEE SN TODEDOT, RO L —F—ITERED b O T
X550 THIUTEIREITIN A 5,

VYTV AINRy T —T =T ATLELTE, e HERESEDLZ L HEE
Thod, AFFETIE, BEE1.7~24eVRRBEOFRENEEH L TWER, Fr—7 0
WA UL, ZN TR RTRE A B OFEFH & A 5, REfEIE 10 fs DSV R %
K2 IR CR AR S D 2 LIIE S TR WA, BE VA DOFRA TP IRIDEIEROBI R E
R AR FEATIRE N FAET H DT, TNODO TN SHEURFIELZRIRT S ENEETH
%o BARFIZZET 5 & T UL, 1.5 eV Irf572 © Ti: sapphire FAEMIEZR D H /)T 5 800 nm
ISIVADT 4T AT — a3 K DAL [168], 3 eV ITfE ThHAUTZE D X 5 IZ LAk
b L7z v 20 SHG, 4 eV i3 THIVUIAMZE T S L7 400 nm FhiEc > NOPA D 7
WD SHG, & LT, 1eV ELFTohiuid 800 nm bt Offgik OPA [160]. 13 E 2 b b,
T, TETIE, BEMOT T 27 L — MBI 2 HMMREFAZFH L TARY MLEIR
Wb L, BEASLVAERESEDLFELREINTEY, Y7 A 700Kk BT5 7R
—TWDOFREFEE L TH 2B R D E &5 2 5D [226-229], LRt K 97291
A GOE D Z LT AR CEP ZE TR L - TR 21TV, ZDINE L
0.6eV~4eV ETOME/ IV AIZLS>THTHA 7 ATHNT DL 7, EFITEHELRE
VAT LEMEET L Z LRSS, OB SR LTk o T BB O -
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S
[Em

B E L, BRINREEE RS T2 EE AT MASEEIT) Z L b ARETH D,

B2, FARISERIEE DBFSEIZ DWW TR R %, ARIFFETIT o 72 TTF-CA O RS EhiE
B LTEAE, R0, o FRIRENCILIS L2 OG5 ITAE L TV DR RSB IREED
PSS, EDRITA A MDD R~ A U 2B AT 5 Z L NEETH D,
6.5 FiCTHIRAT2 L DT, ZDTOITITIEFI TOMWMPESIS R AT MLV ORIE & BEmAI 72
FRMT NGRS 72 5 E b D, 74 7 RLUA RIREER, ZNE & oniT & LIeHIsE R4 L
TWDZ ERHLITRIUL, KD ZEIZB W TIERIZA X7 FOB LR L 2D,
Flo. AFROFRERN G, o FHIREZ LR 2 2 & TWEOEFIREN K E < ZET
D ENahoTl, TNIEBNIIERE S TR ORBM TH LD T, 20 LD e EkE
O J71EOwE FHEEFHITIEF ITIEV, KRS, o BRIV T, AWFFED TTF-CA & [FlER
2. EMV fEEIZ & o Tl SRINEMEAL L7250 FNIRENE — RAMFE(ET 5 Z L%, filx
IX. BEDT-TTF 4> 1- (bis(ethylenedithio)tetrathiafulvalene) & 7 =1 7> HAERL S 415 (ET)2X
OYERETIX, WESENOZE L, 7=F L OEBUZ L > T, FEFICEZEREFHNIEAS
D ZERMBILTWA [230], Z DK 5 W ERCKR Lo FNIRENBE 21T 5 Z & T,
Hr- 72K X 2RI - AR A2 BT 5 2 L0, TOMEOE HIRIBICET 2 H %72
TEMEZBGT 2 Z EBNARER O TIX R W EIfF SN S,

B1ETRRIZL DT, BTV A 7 VORI EE T EORINEZREL LS T2
AL, LR FNER O — 2D L 72 ) Do b D, BIfEILE 2R HNIT D e
WIS, ARHFGETIT o T2t - B R A (b E 7 —7 L4 DR Tlidel . BB TR
EBFREYT. X BEFEZER L= 7 A 27 a—7OF58 . RREIZ 5008 Lt
WS, BREHINOFIRE L HITHZ T D L TFIRRIND, £ XD Ietke I FBREA & | [H
BB T2, - TAT 4 7% ) ELMAEGDLETERETF AL TDHZENTEN
X, L= =R ER O R Z TSRS D L9 e, FEED LWFER AIERIC /e
5D EMFETE D, ARRSCTHRARZZEN, TOHLD > HLO/NS T~ L 72> THOEEN
Th b,
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T8 A ERBEFELVARTERWVETIAL
YV REOMEF T &

VAR TIEEBREDO N RIZIB W TE S DO/ SV R E ZH T 2 729D O HiEZ#

% [72,231], EHT 20 EHHSE T (FL—FT 40 27) LV AXRT ThD, £7. FE
FAZOWTEAT 2 (A1), [EFTHE T OERITT L CTAE o 72ITEW 22 AR >
AXP TARNTLHZEEEZD, Flo, BHRONOERE T MZ B, SV AEOEE 2y, &
T 5, ARy FOWETHEEFAEQ = P/tan(m/2 — ) WEL D Z LITIEETH L. a. B v D
BAfRIL.

cos

BT Snatsing (A-D
b, —F, T ~O NS &R A OREfRIX
sina + sin f = mpA, (A.2)

TERIND, TIT, m, p. LIFTNZNEPFTORE, BT OB (K/mm) . AHHE
DOHFLEETH D, (A1) A& (A2) XEHNWDHZ & T, B ~DAFHNE /LA
HOMEE ZRET D LENTE D,

RICV P ANXTICONTEZLD (MA2), BREHEN A, AOL AT 2L L, E
— L ARy MIER M =fil THEMESND, Tha/VVAHEOEZIZONWTELD L, L
AT R OV AR O E y, 13,

S sMg

1
tany, = — =7 = Mg tany, (A.3)

ERFILEBTED,

BRI, LiNDOs i PHBIC /L A D3NS L7 BRI O JEITRIC & > T/ UL 2 HME <
CTEITERTOMERD D, K 25128V T/t = ngZe T, LINDO; B PIES TO /8L AT
DIE Xy 1%

tany,
tany, = (A4)
g
L%,
M. (A1) ~ (A4) LD
mAyp
tany, = TlgIWgTSﬁ (A.5)

DEOND, ZORXND, ¥ BT = b a7 OME~6201272 5 L O IZKHED/NT A —H
—Z T IT L,
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EEVAYIS, -
(tilt)

YN IAVIW G
(parallel)

A1 BEHFREFICEYVECR/NILAEDOIEE

LY RRT (fEEM)

BA2 LYAR7 E LINDO; ERICEYELH/ULAEDIES
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8 B EOY 2T UJIZH I+ 5 EIHHEEDE
"BEhi&E

AHTIXEO o7V » ZICBT BIEEMEN T T~ ORI & 3 H T 5 720
D ( ) t%%‘ﬂjjﬂéo n+§+ i Fjﬁﬁ* quzlg%ﬁﬁb\éo Fjﬁﬁg*ﬁmﬁg@*ﬁXE@fii’%fﬁ

=
(). (@), + (), 2 + (), o+ ()
n? 1x n? Zy n? 3Z n? 4xy n? syz

1
+ (F)‘} zZx =

Thbd, ZIIZELGDBDIND E. RNy r VAR L - TRPIrRBEHEITIR D X 9 IcE

()~ (3), o6,

7L, BALIER TNV ARE ry Z W T, RO K D IZET 5,

(B.1)

>
/

=

>

1 Tz T3

1 T2 7’23\ E
X
E, (B.3)
E,

>

31 T32 T33
a1 Taz T3
Ts1 Ts2 Ts3
Te1 Te2 Te3

w

>

K

>

N N N N

\_/\_/\_/N&/\_/
_\

|H:N|H=N|H:N|H=N|H:Nlb—\
192}

v

>
—

nZ
DIREI, FERIE RS & LT ZnTe Z WV D HAIC OV TE Z TV, fEfhD(100),
(010), (00D)HFMZZNEiLx, y, zHh& %ﬁéom% LHHRERTHDLOT, ED
iAokt L CHIRITRIZE L, BEB DD - TR WA OJEIT R RIX

X2 y? 72
S +t=5+—== 1 (B.4)
ng Ng Ny

Thbd, £7-. PIHEHOEEZ L 5D T, SFENS . R v 7L 28580 %
Ty =Tsy =Te3 =T (B.5)
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ED, TINWT TNV ENRAR LG A EE XD, T~V HIE, (110)EIZx LT
WA SELHDOET D, 2oL x, BHMREEE 28l ((00)mm) N3 AEZ 0 L<
&L EHoFRAT

1 1
E =(— ——E,sin@,E,cosf B.6
(\/E NG 0 0 ) (B.6)

ThHbH, B2) b B6) XEEEZT B.1) MHEBREEZRATDIE, TT LV
DA LTV D IREE CoJR TRk R

E,sinf,

x? y? z? 1

n_§+n_§+n_§+2Eor(ﬁ
=1

EETDH, TIT, BEROEBREITY, T 7~V EITA10) SRS A L TWBHD T,

ZOHMMN x e D LT, z AT 45 EREESE S (K B.1), 2T

1
yzsin@ ——zxsinf + cos 6 xy)

V2 (B.7)

X
X =—=+-= ——=+-—=,z=z (B.8)

X y _
FTEN T TRTR
Thod, ZOEMIZE > T, EIrmEREERAO L 512705,

2 2 2

X1 Y1 Z . 2 2 = B.9

F+F+?+Eor(2ylzlsm@+(x1 —y17)cosf) =1 (B.9)
0 0 0

SHIT, TITAYRIZAI0)EIZCEEIZAFT5D T, 20O o3 0 &0 JRITENE
MR ERRIT S HICHEICR S,

2 2

V1 Z1 . 2 = 10
?-'-?"' E0T(2y1Z1 sin @ -1 COSB) =1 (B )
0 0
2:(001) 2,:(001)

y1:(110)

D

y:(010)

x:(100) THz /8L R X;:(110)

B B.1 (B.8) HKICKkDEELH
HEX, TOMMRPIERERIZRD LI 9 —EHEERZ RlE S UL L v, [FlRE
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(110) 5717 (xyil) A EERH S L Co72 0179 (M B.2), ZA#ilT

xz = x1
Y2 =Yy1€0s¢ +z;sin¢ (B.11)
Z, = —y;sin¢ + z; cos ¢

Thb, (B.11) X%& (B.10) UMRA L TEHEHTHE, kDL I 5D,

ni% [1+ Eyr(2sin @ sin ¢ cos ¢ — cos 8 cos? ¢)]y2
1
+ﬁ?1 (B.12)
— Eo7(25sin @ sin ¢ cos ¢ + cos 8 cos? ¢p)]z2
+ 2E,r[sin 8 (cos? ¢ — sin? ¢)
+ cos @ sin¢g cos ply,z, =1
AN 0ITE, ZOBMERIEEEIZIC /R D, £ D72 DR,

2tan 0 = —tan 2¢ (B.13)
Th D,
T TNV K S TRITROZENAECTZDOT, ERastEd 5, BIrEEMREOMHEE D
b, BEHERIC L7256 OREBN DRI M OIRITER L 72 5,

1
[1+ Eyr(2sin @ sin ¢ cos ¢ — cos O cos? ¢)]

n,2? n2
y f (B.14)
. = n_g [1 — Eor(2sin 0 sin ¢ cos ¢ + cos 6 cos? ¢)]
z,:(001) A
y1:(110)
X,:(110) X,:(110)

K B.2 (B.11) KXITkHEEEHR
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ZOESEHETD L,

1 1
— —— = +E,r/cos? 6 + 4sin2 6 (B.15)
ny2  n,?
L%, —77,
n, =ng+4n
yo o Y (B.16)
n, =ng + 4n,
LT (B.15) RoLBEFHHET D L,
1 1 1 1
ny? n, (no + 4n,) (no + 4n,)? B
An, —An,  _An '
o ng

L h, —ATAENS ZATA~OERIZIX., 74 7 —EBHEZHAWE, £72. AnlIFEH 72 83T
RETHD, (B.15) & (B.17) i LT,

3
E
n=n0; 0 Jcos28 + 4sin2 0 (B.18)
EVWIHRNEF S, UEXY, BIrROENS, ERBRELZHEH T ER¥bhoTz,
PrROEEZRDDHITIE, ZnTe @ L7 7V o 7SV ZDONHZEZ ROIZ I W

(B.19),

2T
Al = —IAn (B.19)
Ao

72720 Vo7 o TRV AOHLNER, X ZInTe fdDEITH D, WE., EITERFE
Mk 516 & BT E (i) OENZE LW (0F D 22Nt s 45°
72) ERMENDOY T o TV A AR L2 &5, ZnTe i@l L= % oEdh, Hihly
I—'—J@'ﬂf':[;El

1
E,=—E e 24
y \/E samp B20
E —iE e "(“’fdzr‘%) o
z \/7 samp

Thd, 2120, @4 DRFIZLAERERICEDZLDOTHD (K248K), Zok, 7o
L—H—F Y XA L > TIDY T v ZrL 24T ARARIE RS & TR 7R e e 45 1 1)
V3T D, FNEIOMRET

A m

I” = IO COSZ(___) (le)

1E+1E
N
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1 1

_ )
I, = ﬁEy _EEZ =1, 51n2(7—z)

Thod, ZOEFZLDE,

LD, BMHOBEZRBLT57201203Arz k&< kvo <, (B.18). (B.19) KX
IR

6 = 90° (B.23)
kv, Zolx, (B.13) KXk,

¢ = +45° (B.24)
s, LLET, ZnTetkdh, 77~ WY 8BS, 7Y T 0 ZAOFKRI 72 5 10 3 E
L7=DT, ZNEXB3IIRT, Fo. T I~V ESRELRD HHEAUL, (B.18).
(B.19). (B.22) kv,

AO I" - IJ_
E, = sin™! [ —— B.25
O 2mindr 1 (I” +1, (B-23)
Lieb

y;:(110)

Y2

X.:(11
z,:(001) i

BHr =BG
F~nvEs ||

E

\ 4
HB3EOY YT VHIcBIT3ERAMERmAESR

226



& C BIREBAKZAV-ABEBSOHE

T T, BIEFHEOHDERBICBO T, LEDOOEITMICkT 2 BT R 235 5
THEERRITT %, ZOIEIR, IERIEES R OEE DA IV TR G &M 2 5t R
LB LTS,

R IR R OB X S 2 RIRT 5. FMOIEITED ne ny. n, Th 5 REdHO BT
= ASLNEN

x2 y2 ZZ

,T}z("'@"’n_% =1 (C.1
TERIND, ZOMBICH LT, HORFEDEINZ Mk TAFTLHEEZDL, 0
i CO ANV S = Roay RS O TR T Tl & i) R LN i1 i S P O W Rk S B i N R N 1 e
7%, ZOMMOEELEMORSH, W2 MLk DRSS IEFROKE K124
%o WY PV KICEZT 5 FEN TGO HBERH DO T, JEITRIZ - OFET
%o
I T, 57 bV k DJFE % xyz JERET

(sinfcos, sinBsing, cosH) (C.2)

EXRT, ZOHMART MVEEARZL, JFR S o AU,

(sinfcosp)x + (sinfsing)y + (cosf)z = 0 (C.3)

ThbH, EOBEEIZLY, B2 ZMEIL, (C1) & (C3) ORRTHIFEMOE
CHEENOR S ERD D EITEESNT, IhEiaix, (C1) & (C3) ZaEERM&
L7 B DR RS OEBEDRKIE « f/MEZROIIZ LV, ZHIZIXT 7TV aDRE
FELEERA D, LTFO X 2 2B Flx, , 2, 4, H% B 2 %,

2 2 2
F=x?>+y*+2z% —A(x—2+y—2+z—2—1>
ng ny ng (C4)
— &[(sinfcos@)x + (sinfsing)y + (cosh)z]
T TV aDRERKIELY . UITO 5 ROMN AL 257- L (C.1), (C3) &/

LoD S OEREx? + y2 + 2252 /N TH R TH 5,

oF A .
™ =2 (1 — n_,%) x — &sinfcosp = 0 (C.5)
oF A ) .
E =2 (1 - n—}%)y — &sinfsing = 0 (C.6)
oF A
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