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1.1 A—ARvF+/)Fa—7

1.1.1 U ®IC

J1—i1R¥F /) F a—7 (carbon nanotubes, CNT) [1] &, KR 1 E»STE7H
RO 7>/ HETH S (K 1.1), AR ONT OERIZ 1/ A— b (nm) f2E
(0.7nm 25 2 nm < 5\) THILMZREZ O ERIZZW [2), ONT X 1991 F IR EES
5 [1IZ &> THREIN TSR, ZOREZYEIEE D S R OREEDEH%ZED,
PR CRA Iz I N T E /2, CNT IR 26/ T 7Y - ¥ — b B DB EAIC
Lo TERBEIZHMBIRIZ S 725 [4, 5], Fizifiigik (FER) CNT &, KHEMRD CNT X—
ZADNTVIARDESHRTVL 7 bu=2 A [6], FNHETR (KBp) Bl [7], @
77 AN=L—%— [8] DWAAFIBIAR ED T+ h=27 2 [9], TSHITFAEY bE=Z
Z [10] DRt E LTHIf I NT WS, 22 TH, B/ VAL —HF =245 CNT O
IR EX, CONT ORHEITKAF U 7B FHEAEM [11, 12] 230X 25 &\ S LA 7 il
X, Ie—L Y MR FIRENC L > TONT DX vy TR ZFLT 5 [13, 14) K5 7%
IS B EERIIZREI T WS,

1.1.2 #&

A—RYF ) Fa—7I 3L EORERMEL D D (multi-wall carbon nanotube, MWNT)
LHIEDH D (single-wall carbon nanotube, SWNT) 3% 5, AWFFETIXHfE A —HR >V F
JFa—7 (SWNT) 21} &>, SWNT ORMATH 5275 7 =ik, CHFH sp? Bk
HIEIZ LD o #EATORDV o DR F 2D, SWNT OfEl, X1.2(a) IRT &S
ZHEZERD D 5HEANRT RV Cy,

Cj = na; +mag = (n,m) (1.1)



P bt

"\}%ﬁggdbig

N\ 7S N
sEeR Rek Bat Rt s

AL

J
N
e

X 1.1: BgHh—KRrF ) Fa—7 (SWNT) Ol [5,15] (a) T—LF =7 (n,m) = (5,5),
(b) ¥ ZH 2 (n,m) = (5,0), (c)#1 F\ (n,m)=(10,5)SWNT,

IZ& o TR T o, BEDHM (n,m) (m <n) THREZIND 5, (n,m) X SWNT DH
A1 Z VEEH (chiral index) & 2\ &A1 5 Y 7 « (chirality) &FEEN 5, ZI T, ap, az i
7572V DEREFRZ MV TH B, M1L1ITRT EIZ, SWNT DG IXF 2— 7D
YO ODOWRNSE T —LF =7, VI7HY, HA4INVDRA FIZnfEINE, SWNT OE
Bk dy = |Cyl/m = (a/7)VnZ+nm +m?2 725, ZIZT, a=|a| = |as] = v3ac.c =
2461 A TH B, £72, SWNT OHAMIE, WX MV T ZE M S C, ICEREISMIE
UCTHRIIC Y DT Rk R ML 358, C,k THWEDSHETH S,

1.1.3 EF#EE

757 2D sp? $EET o fEE bW D O 2p, BB G IR T B,
oM r BF N EBELEFNIMEZES, 0L %5R% r HERE WS (17], Bk
MRAREIE U X BEED S (18], 25 7O R Id r BT DA S N iE T (1)
NV R EZBOEER () Ny RERKL, @HENITILT Y - V—rDOKRE K RIZBEW
THEMUZEDLREZ bbb, BM1.2(c) TR L512, K, K MULETIES 77 =
YONY REEIFHHE TIELMTE S (Dirac 2—Y), Zone-folding scheme [16] {25\
T, SWNT OE #2777 = > ®D Bloch k&% [1EH C), TR LTSI TRLNS,
HFINDBWEARZ MV, MEZOL OAEFREORE T 1 T VT TN 57 cutting



1.1. =KV F /) Fa—7 3

(a) (b) Ak, (c)

A B Y, A
B Y
C
' Q Ko K "M‘K1 Dirac cone :Cl
. @ 1“\ liz K,K—
(L) \K W \wne® \
\ A ) T\ G uEed v
Rt «
OB X0
LS =

Ky

B 1.2: (a) 77 7 = v RIZEB U 72EEK (4,2)-SWNT O#E [16], (b) 757720 D 7
VYT Y - =k cutting lines, (¢) T4 7 v 2 fUEHED /N Y NG & 8K SWNT O
A ANN (Ul, V2, ) BNV R (Cl, Co, )o

lines”,
K>
k, =k—= K 1.2
1 |K2 +:LL 1 ( )
u=0,1,...N—-1; —7n/|T| <k <w/|T|

THz26N5, 22T, K, Ko l3C, Ky =27, T-K; =0,C, - Ko =0, T-Ky =27
720K TR ML TH D, NIZSWNT OEMIEFORAEOH (CHEFH/2) T
H5, B1.2(b) DT VT V- V= IR U7z cutting lines {k,} KK’ szl 2555,
SWNT MR BDNY RE2FFO&EICR S, K, K mizilioR\0WiGEE, SWNT I Dirac
I— VR BEIY) > 2RO 5 E 5, NV RF vy TORELD Ttk e 725, i
RIP e fifkik SWNT DNy RE¥ vy Fld1eV K SWTH D, FEAKSWNT IEIENS,
mod(2n+m, 3)=0 D & E&JE (M)-SWNT, mod(2n+m,3)=1D & & X1 7T }EK (S1)-
SWNT, mod(2n +m,3)=2 D& & X1 7 II }EIK (S2)-SWNT &I N [19],

1.1.4  FRIXE FhkEF

MERIZ BT B HIEIUE, T K BBEFEANOERE 77— VHHEAERIZ X > TH
BAL7- (A E 7213 ERE) B EAN i+ OFRIZL->TiRZ 5, i 1IRTRT
FEFEHAUADIZ & O FEFRIEAIERICEE 2 Y, REFRE1% 1s HERIE 7R8I
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4 1.3: 2K (8,0)-SWNT Dl 7 IR BB D R, HERERE |0(2)? 2 M K%
B U Clill /i O 1 IE AL DI B 2 = 2. — 2, DB LTRLU TS, [25]

F£H9 5 20, 21), SWNT THEERIZ, SHRIIEGER < R S 7z i 7 ORIz & > T
Z5Ze0% < DM [22, 23, 24, 25] & FEER [26, 27, 28, 29] SN I N T W5, Jillild
T OWHBEBD A A=Y L LT, K 1.31Z Louie & [25, 30] (2 &5, #k 12595 GW
I % W 72 Bethe-Salpeter A2 & 2 AEFEINE D REAERZ RS, IHHOMIET
1E, HFERIE 1 EFEMOFEENT 1 IRICROIREEZLIZEH T S van Hove R D H
WETHI 2 EIRENT W [5], i+ - EEN Y RO van Hove iz 2 hEFNT
FNVF=DPMEN S5 4,5 =1,2,... LT UAHF LT, NY NERIT E;; LRI Nd,
ZTNELIEMNT, WIETIEETE B ERELEINDZLDZ 02D, KX THZD
KIS, £7z, SWNT OFHEIUITR MR AR %2 KD, fRYEA SWNT il 12 5 72
5 DB (B2, Eoy 72 &) 1 depolarization effect [31] IZ&k > TRE ST N D720,
AT R DG B CH I NG B, BN XEIN L 725 [32, 33,

IR SWNT O 7%, #liAFICEI< 22 D TE S 1 RIEH7% Wannier it T &
AT N TES, EBLIEANOHEE L, il FoFMET x V¥ — E, & Bohr 4%
Aex IR FH 1 X)) 12 & o THEGRIZREMA 1 S5, AVEELAEUZBE\WT, Wannier
X7 —a VHEERT2EF L EAOKER TR (RYbo=v L) O 2KME
ELTERDILIENTES [34, SWNT T I 7 DNy FHEEICHKR L TE
T EADENERIZZL, 3ROV PEERDEGE, 7—0y - KFr vz



1.1. =KV F /) Fa—7 5

V(r) = —e/elr| (e: BEAER) & Ui %, SETOT 3L % — 580,

E, h2k?
Ep(Kex) = Fapy — —2 4+ ——— _ (n=1,2, ... 1.
( ) gap n2 + 2(me +mh) (n ) ( 3)
LEIF5, 22T,
By e © gy tex (1.4)
2h2 €2 Me

i FOFRBT RV F —TH B, me, my FETFLEADENEE, e = (1/me +
1/my) "t b T OB E R, Ry 13KEF T O Rydberg T4 )LF — (13.60 eV), kex &
B EANOELNEE ETH 5, Perebeinos & [35] (L& D&, SWNT 058, Fa—7
Bt dy EFEEM  ITHLUT,

By oc df 2l te™® (a=1.4) (1.5)

EWD AT =) VRIS, THNIEEREE T VICBIT S 1 ETREEZA W
Bethe-Salpeter HFERZEWTZ4ERTH 5, 3IRGTTD NIV I YEIRDGE, a=2ThH b,
FERIIZIZ, SWNT @ Ep 1 2 67N 7 4 SV I 2wt > A (PL) I &, 271k
INT AN F— TR RN F —DENSHET N, E, =250-400 meV FEETH 5 [29, 36].
ZOfEl, REBRTHWS X S7%, FETEERCKBBRPIZHIE N d = 0.7-0.9 nm
DFEIR SWNT DIFETH S, SWNT D Ep 13 By ~ 1-10 meV FLEE D HAL [ 70 %)L 27 2
BRIZHANTIHEFICREL, BRTLEFET D, £72, NV FX¥ vy FITHT 5
Ep/Egap ~ 03 5WVWTH 5,

il ¥ Bohr 1% acx 1, 3IRITTRDGE,

Qox = aH%e (1.6)
my

LFHITS 37, T Tay =0.0529 nm IFKHKEJF 7D Bohr FETH 5, LikdD Perebeinos
5 DEHE [35] 1T &N, SWNT D54,

tox = Ady + BS (1.7)
m

GERIZRES, 22 TA BEHIERTHS, 3R TDEE I Y L DR
Ey = h?/2pexal, GEBIT XVE =) 235 a0 2T T2 L, B, =350 meV DL & g ~ 1.5
nm THY, d LODULKEVWLSWTHD [29], Z DEIXEIE Y1 X (EA&KRIE SR
BE AT AEBTT 4y b UiE o) QMR 38] LB IFIF-BLTWE, £/, Jil



BT X old, 7= MEERINGYIZE W T Phase-space filling [39] (2 & 5 #k#) 1
TREE DA 5 B FZERIITHE TN TWS [40, 41],

PAETEM U7z & 572 (SWNT BT SEAT R ERRMEIET) JEREE X, FErTaEii
TiE, 1 DDOMFFHE ("bright”) I 7+ TH 5, ZDMIUZ, SWNTIZIXV & DD By 12
U T 3 DOEEE] ("dark”) e T HF1ET 5 [42, 43], T 2 TAY Y 1 HIH (singlet) il
BTFOAEEZTWS, 777z VDK &K NL—ORBMEIZE D SWNT OffiE T - 1
BNV FE2EIIHBELTWAS 2O, BT EANICIE4 DOMAELENDH L, KT %
B L7ze &, MEHEOZERA (Am =0) 2723 2 DOEFIEAXNIE, 7—81 3
FIHEERIZ L D) 7 1 OB DO WFRAKHERL D dark it 1 £ &/3Y 7 1« D H DA bright fil
ETIZRHT 5 [44, 36, 45, AFEERTHFNRS (6,5)-SWNT OI5E, Z O ¥ 1 fi#EH) &8
N T« dark By il 7HER7 L bright By ¥ K DB K Z 5 meV NiZdH B [42, 43], £D
7280, HWIZEINZ (27 x /) V&AL T) BB L, bright il 1O MEiEHENIZD 2
FEERE R 52 5 [46, 47, 48,49, &0 2 DO 1%, KERMAEEIE (Am = +2m) %
R0 7= 028 (dark) TH Y, (6,5)-SWNT Tld bright Fyp i ¥R & D 20-30 meV
FEE LIZH D EWITHEHR L TW5S [50, 51, 52), £ CH, Am iF K, K mifEizks 7=
B [36], ZNSDERMEHED dark il 71E K SHED 7 4+ /¥ (230 F— ~ 170
meV) LHLAEAT HI L THIRATEETH D [44, 36], TRINB KUOHALART LD EHE
BRI x )V A RNV R UTEIHIE NS [53, 50, 51, 52],

1.1.5 REE—NK

SWNT DIEEIES 75 722 LI2LTWS, 972D 74 /7 VirEEERIE
FEME X RRECELSEER [54] 2 & I2 X o TN SN, DFTFRE L DREVITLIT WS [55],
HDIEFMEREL (T~ VEEL) 1BEE T R85 74/ Y USRS W, LGS
<~ (i) 336 sp? h—R Y O\ H —RNRFHEFELE UTHYLL TW5 [15], 77
ZxVO@HED (1HEE1 74/ V) I3 VEEE— NIE By AFFEEZSH D TO - LO E—
R GEFFGE—F) OATHS, GE— NIE1585 cm~ ! OFPLE RS, LKERWET
%%WEW%(Hw@%ﬁl%tbfai%SNOH%D%ﬁo zofth, 757z v

WCHEE ML LT, K74/ Y EDOEWESEZ N L7 KK NV —[JEELIZ & 5 G
,n/b@m&mmcm4)&km®ﬁﬁféﬁka5D/uw\w%OmrU®;9A2%
HIGT T UEBHRI B, SWNTIZEL 22T, FEBEARSWNT T 770D G NV
FIZGT ANV RNE G- N RIZHEL, ZRENENZFEITO LO €— R & #fjizEED TO
E—RNIZHIEd %, 7—LF = 7HIZEW (6,5)-SWNT Ti%, LOE— Nizxsd s Gt AN
YRDIFESINT o L b,

SWNT OEHDE— FTH D AR TEREZ Y TL200, BT 520 (Ar)



1.1. =KV F /) Fa—7 7

£ — N (radial-breathing mode, RBM) T» %, RBM D MKBUIELR d; (IZKHBIL, &
%

WRBM X 227/dt +C (18)

TH5 [15], A 7+v b CIESWNT DEb b DBREE (N NLDREENEH], Htkiz )
&> T2EIT %, RBM 74/ Y OEFHFAHEAEHIE (n, m) 1[5 HAFET S [53, 57, 58,
59, 12], BT FHEAEH O X 1% Haug-Rhys K712 LT S ~ 0.01-0.03 < 5\ [56, 60, 61]
THODPRDFNEFZ 5,

1.1.6 BN E DBER

SWNT O&ERAIEIZIE, T—7MEPL - =T 7L —>a v, {LELMHKE (chemical
vapor deposition, CVD) 72 E03H 5, UL, GRS N7z £ £ SWNT E/IIEk% 72 (n,m)
DHRfI%EH>TWD, ZDd, TN ANDIGHP M ED72D1Z1E (n,m) T2y —
b (sort) 952 &, RUZRE L FEEREZ DTS Z L CEenl) ZEVEBEITRS, Atk
DEfE D 7a 2 & UT, 2006 412 % E AR (density gradient ultracentrifugation,
DGU) % [62] MIGH T TR, EHliE SWNT 233503 & 5127 -72, DUGEE I, 4
EAZBWTILL WSS, DNA XX VI ERED~ I 0oy 1% FEEE (E& /K )
DENNZ K> THEET 52 [FETH S, DUG IFKERF Tlrhond -0, BAMED SWNT %
FHHEITEVERA] (co-surfactant) TH I L THEE 5, £ DIV S FHTE VA OFE
HXOBEHRTHI LT, NHEEZEDLI LN TES, £/, CVD ARIEICIE, HIPCO
(High-Pressure carbon monoxide) ¥ CoMoCAT (Cobalt Molybdenum Catalyst) [63] 7&
EDTOXANDH S, TD 55, CoMoCATIKTHKS Nz SWNT ENIE, & & & biER
dy = 0.8 nm {138 % M RN (n,m) %2 £ 5, (6,5) & (7,5)-SWNT 2 &bE 72
FAEL 50 N x2Z, SBOMAELDVEE NI VE WS K E LD [64], D7z, H
—H4 79T 1 (n,m) DEMEEHE, CoMoCAT Ak SWNT 2o fEHlIn s Z & h'%
W, 1410, B225EHIEIC &S SWNT £M2 o ot X N izwJd SWNT 7 #0 D5 H
&8 - PERSWNT Z & DEHKNARY MV TH B, JEW (n,m) D%z HD SWNT
FEEFEREZZD, (n,m) T&I2%Y — b UEME SWNT ZBINE — 27 RICE > TE
DEFRPREERL, BINB XORHEART PIVESRINREDE -2 2 RT &5
27825 [65],



CoMoCAT

©
»

o
N

Absorbance

Absorbance

- O [
500 1000 500 1000 500 1000
Wavelength (nm) Wavelength (nm) Wavelength (nm)

(a) (b) (©

1.4: () BEALE L (DUG) IZ X > T X 1172 Yellow, Magenda, Cyan f&dD
&8 SWNT 2 DEHE, (45) CoMoCAT, HiPCo, Laser-vaporization(LV) THE & 11
72 SWNT 43 B D E H RN A X 27 h b, [65]

1.2 EB=

1.2.1 =LY N7/ U9%

INTETIT, BT VHN — RTERE (CW) L —Y — A2 E IR0 E D
TFa—=v I URPS I~ VigEERHET S THIET 3] — HSWNT OE
IRENGE & B MM EERZ T 2 Y — e UTHELLTWS [15], 25 U7z B
FEIRD IR R LT, B4, #BEE Pump-Probe % [66, 67] IZ X DIRBIZ 1 I A%
RS CBINT 2 Tav—L Y 74 /7 vt (FEREREIS ) | RMEEZ2ED 72, 3
=LY N7/ VT, B, BT RORHE D +4EW 2207 o MFEN
VA ZMN, 1 O Pump YOV AL & > TR D Z 5 - 721§ FIRE % 35 L
7214, BN TART 25 2 DHERIEE W Probe Y6/ %)L A TIEEH 72 2 DI IRE & i~
%, (FHERECEOBAXIXX 1.8, HERNGRIEAEEB 22 X, ) Pump & Probe 7$)L A
D BN DIEIERFE] % 28 Z 7278 5 Probe XD B@EEZAL AT /T & 2 WG HRZEA AR/R
ZMEST DL 2T, RIXA T I 7 A2 KHSEL TEIRIT 5, 1980 FRFERS, 7=
LML —F—HOFBIZE, DTN 7k ESER I Takk—L U b
RENDEE TN T E 7 [67), PEAR SWNT Tl 2005 412 Cerullo 5 [68] AAEMIZ T & —
L' b RBM REN OB % W5 U7z, K 1.5(a) (2, AIEHED sub-10-fs 7V R % fifi 5 T8
K SWNT #ECBIHl S 1z AT/T 55 DRHZ L ERT [69], AT/TESDLEIZR SN
5EMNIREIZA I —L Yy b7 4 v (REIER) 12X ELT, H1.50D) 1, (a) D
RENED 2 7 — V) AWMU REARYZ ML TH S, BEEOE—2 (252 ecm™!, JA# 132



1.2. Hx 9

fs) 1% (10,3)-SWNT @ RBM K, @EEOE—2 (1588 em™L, A 21 fs) IZ G-mode I
RIZEBETTHB, — I, FBEBEHROIRE DRI T 5 ZORmE LT, (1) il
EIRBIZB T BRI A A F I 7 ADFREEL I L [69], (2) EFETFHEFEHORSD
TG KL 72 9ARA AR S 0 d (ABEMEAH 5) Z & [70, 11], (3) IREIONAIRER X
1 F IV ADEBRMBEOND Z L [71], (4) EH T ¥ V3N THRIBEIZR S Rayleigh BUEL®
FEHAZHDRADP R VTZDIEAPE— ROBRICENTH B Z & [12], BRENEDNT
W3, 270U, (3) R FABBEES TR TR, ZHIZB L CIRAME THRT 5.

Time delay (fs)
@ 500 1,000 1,500 2,000

) i
= |
=1 I
g i
= |
s |
~ I
h 1
< i
1

|-

1

|

L 800 1,000  1,200_.--1400

Oscillation frequency (cm-")
300 900 1,500 2,100
T T T T T T I

T
252 cm-!

(b)

A1 ,588 cm™1

, 257cm! 253 ¢! ¢ 253¢mt, 263cm™

w0 150 20

0+~- s - — /N ;

¥ 1.5: (a) PE/R SWNT @O E KL AT/T X4 FI 27 A& (b) Ie—L v MgE)
D7 — 1) TEEANRZ L [69]

PAFCcae—Vby b74/ YOREAGESHAT S, I b—L ¥ MO N7z E g
WP DEED T x /v (73] PRI FHRE) (74, 75) 1%, BUARAIZIZ T 4/ v ERFIHRE)
F-OEAIRIE |n) = (1/vn)(ah)™ |0) 2 BEOMMHTELSDE IR, 2%, 74/
D3k —L v MREE [76],

la) = D(a)0) = "2l §° = (1.9)



10 1. i

EULTCRBTES, TNEIk—L ¥ M74 /¥ (coherent phonon) & % W IFHRHE) K H
(vibrational wavepacket) & IELR, T b —L ¥ MREE o) 1%, ALEZNL & &#HE) & O M2
(Q,P) LD 4 7 F =AM TRRT DI LT, RELEATY APRE LTk
fEPEZ 615, K 1.6(a)ld, |o)ld(Q,P) BERAICRELEZ T+ / v OEEIREE |0)
1= R VEE T D(a) = exp(aal — o) 12 & D AHEBBI S EREL LTRELZ L %
R, T CHKROZER L EBEOVEMEQ, PEME>T, a=(Q+iP)/V2 LET 5,
SEERDAIHE oo = — arctan(P, Q) IEAMEICB W TEHERMRTH S, FK o) T2V
F—EARE (EFRE) TRVWIEEFERETHD, a(t) =ae @l (wy : E— FEEEK)
HE, MHZER] L THREEHE D I FEE S S, H1M)®i9k$r//v»1$w#—i
DHEREE N |x(Q)? = | (Qla) | TREIX, BH |a) 1&E— FEAKE w TIREIT 5
SRS 1 & L/“CJ’FP F2%, ZZTHERD LORINTET RO P OME 2RKT, #iks
RAERRFIAE Z - 72856, BORIIRIE |of % 0f > TAHAMAHZEM L CROH EIZED S, iz,
7%//@ﬁﬁﬁﬂi%%kﬂ®ﬂﬁ_oa#éo

(a) (b)

Q

a=(Q+iP)/V2

X 1.6: (a) Wigner &5 U72#1420 (Q, P) LOIRENKR K L (b) KT ¥y LT x V¥ — L
DIRFHR (HERHEDG | (Q)F) DR,

1.2.2  H/NILRIC & BIRERR D £ NIETE

DFIREIPEARFDNFE T + / v OERIL, #8F, JELZE RO OV AES &
D2RDOMEAEH TR I NS [77], JrIOV AT X ZhkE, FERE L E R RED
M5 IZHREN R 2 (ES (67, 78, 79, 80], FEFEMIN U TIEIIGIE DS &, REIREDHK
ROABMER TN, T O@EFE, [MEERE (BHEK) 557 < V#EL (Impulsive stimulated
Raman scattering, ISRS (81, 82]) L WS HHTTHIONT WS, —75, M DG E, &
TR EEEIES N, ZOMREIE Tae—L > 74/ YOZAE] (Displacive
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excitation of coherent phonon, DECP [83, 73]) WS HZHITHISGNT WS, Z DA, ik
ZEOG (W) 12 & o TEBEI S 5 07 IxE) [75] PHEEERERRNIZ 31 % Impulsive
screening of the surface electric field (ISSEF) [67] HAIS 1203, B SWNT TldgEH
FZY TRV, R TEENR 2IROMAEHTHESNS I v Y EEE—-FOAZH
A%,

(a)

(b)

Optical
Excitation

v O

1.7 (a) ELRIRRIE L (b) HEERAEDIRBIIL A O BOBFE OB, STt [67) £ 0.

X 1.7(a) IZZNEERE 2 RS, O OV ZIKEWARY MVIEEFED 728, Franck-
Condon FHIZHEW, & FRIIREDOE D F75 2 IREHE % [ I 3 5 Z & Thlid
REBOIRE R H TN D [74, 67), FEEAREE |g) LINEIRED |e) DIKBIRIKDEL D
(Franck-Condon K1) @ 2 D534 ¢, 1%, IEX T T2 DDA T V¥ v L OHIERN
LEL WG, BTV UAMEICHRES [84], FU@EREIE, RFEMEE S X, FREREBOW
HaEBEIFIFOREO R T > ¥ v )V EIZB T Z & I/HS T 5, Z0%, HIREIZEWT
M 72 o 72 E 1L, LU WERT VY v VTRV F —[H O 5D £ o ) CHRE) % B
195, ZDEIIT, BTy LDV RDEROEMIZ L DPFRIEOND 280, %
PfhE & XN B,

B (BEN) FE 7 < VEELE, REE— FEAM LD +oRWRERNICEZ %
o< VHBELER [77) Th 5, 7~ VELERIE, T wi(k) 2R GEW) =1,
T wo(ko) DI (R X0, WEDIRIREE i) » SHARRE | f) ~NER T 28 1712 @
BTHY [85,86], TDIWWEPIZHEIK KFET7+ /v, T ViRY) BELS, T
FIVF = hw) —w) = 6 — €3 = Twy; DIEEIBZADEE, TNE 1 Stokes X 7213

o B
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anti-Stokes FEL & MEIEN D, BRF72IXFE T < VEELEREIE, T 208 n, =0 %
ZlEng 0 DEAETH B, (GEWL—HF =R, ZHOLT CEEfin>1) oae—L
YMRETHY, RES7AiHZ2 D ot HYRERIK E UTHE->TEW,) ae—L b
T4 VHRHTIE, @ 1 DO Pump XSOV ADKT w0y (kpu) KT wo(kpn) ZHHET 2,

HNNVAIZ K BFFET < VEEL, B, SCEEEDE IR SN IR OGS
TGS, R THR I Nz 81, 82], HLIHITIE WA ITIEE TN DS BED
H5, FEHELHIES < VIBREOXHNE, 24 F I ADBEPSUTDO LS IZHHTE
%5, FILIHGOEGS, BT OFEMEZ LR WRAEMEIZZR 5720, Zo@mRldbrT
¥ — & R o At e BRI ICBRRIc R 2 B, — 5, HEERIEo< &,
TR 2 LS 7= DB TR WIEE S v Viaft e b, K 1.7(b) 2 < & 51T, HIREE
I viEfiE, B 1 OMEEH it 1 ORI 12X 0 YWEE FRIREICmE S, &
FAETFHEARFNC & > TREDYEAL L 7248, o5 2 DI/ ObT 2 08K E) 12 X B
EINDWETH 2 EHATE S [87, 88, 67, ZD#FfEIE 1 7V AIZ X 5" pump-dump”
R [87) LIFENB Z b H BN, HEHFLES v VlBBIEae—L Y b 2 FBETH
b, 1 20EBIRIECEHAR TN, 2O00MBEMAHODWZTa —L v b aEFoMIEAL
MM ZZ13 5 Z IR T 5, L > T, ZOBBRIZEMROBICHEERE I 5#
i ENE, LEDFRAIX, F+¥—7 U7 Pumo Y/ VL A2 X 2 BB HEROE AL
WAEPFRD Z L TEBRIHEES N T WS [88], FFEHIGLHIGIZL1r0 5T, Z oMk
EEEATH O 2 IROBEIEFIC L > TH IR TE 5720 [89], KX TIEELHT
BT < VBB IR 22T B,

PAEDZERL IR & 3FE T < VIBFRED K ANE, IV AT 52 52N & EE & OB
POLUTDOEIIZKAITES GELIEE S BEE2SH), AL, E&HEK D RRICEA
DAEGZ 5, —h, HFLGOFE T v V@RI, BERICBENZRYy 7252, #HE)E
DHAEEZ 5, BENTRWILIEFE S < VilafeiE, EilRo X S50z RIZEN & E
FEE2M S5 X5, Timpulsive” (M) WS SHEIX, #HHEZ2 5252 LEHERT
X5, ULizhoT, B EEIEZ2 M A5 2 5 LIGHET v V#EEDOEEE, ”impulsive”
EWVWSERITHEY TRWE TR 5, KKROZA & EE) & TR OMHIZERT 5720, M
LD & S AdiE— R SUZ IR O FIHARIAH D Pump AR E % w9 5 L CEHET
b5,

ARGERROBERICET 2 EERCHIEZRNR S, (1) JAEITIE, I VRIREFEE
THEFHZEN UL FET 5 ) VOMEFHTH S EE A5 [90,91], LA -T,
BRI S ILF/D T~ Vil L SR 5, LA L, XFEfE e UTIESERIN TS D SEHEL [92]
TRRVWRTI Y VBELEBRR L ZKT b, ARX T, FEI <y (HEL) @fEe v
SHFEEEMS & Z@H THEL 28T 52 LITHET 5, (2) FERIBEE b o ek ks
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BOBE» S, FET < VEEIE, Y1 2N 2 DH\WED 3IRDIELRIE M E A L
7RG AR UCiiR I ng (77, MEP OB (74 vigl) 38K 1 (£
TR 2) EREAE LT, K2 (F7/2I1306K 1) ORFEE b, k1 (£ 2) O
EEOREPEIEE 75T, I 1,2 DIREG EfE Tk THEIEh S, D%
D, FHET < VEELOE S 3RO I ERRIZBIRT 20, Bk D EFSGEREIZ 2 IRD
MHEEHATH 5, WHE5iE Pump-Probe 724 TlE, Pump HiZ ko> Take— L ¥ MTEXE)
XN IALIE DY Probe AR MLVHIDYGK 1,2 LFEAE L TESIZHFEST 5,

PAED &5z, HEFREDSGE, Y60 ZIFILEIRGE & & T Eh R RE D g /5 12 HR B
RElEd7-20, —MITEEELAT/T E5 MG OB KROFLGNRERD, TD7D,
B N B IREE R BT 2B REORES UIEUIEF e b, FEHLFERTIE, o
T IR, ERERICB VW THERBORE I — L v AD0BHIVHREINTWS
(cf. [78] DBEXHN) . —H, RWHmOEERELZ RO - WHPOEKS 7, &R
Vv —, EXUAIEEKRLEDHEDE— RTIE, FEREOIREI o —L ¥ AHH
HINTWD (cf. [78] DBEXHR, [75, 93,94, 95)). LA L, MK v RIEDO—FET
HENITIVAVRTY Y TIIBRIEE T2 FEL B 2 — L Y 2D IREICET 2R D°
BENT Wz [96], 7z, FEUAPEEBICEVWTHBAE T < VBN Z R &\ > [
PR EmEINTWDS (cf. [97) DBHE ) .

1.2.3 Pump-Probe 2%DAIER F— L

Pump-Probe EERIZEWTIREIa b — L > ADLHZ [EE T 5 HiEk%E LN TS 5,
ZTORTHET S b 7R D DI, LHE Probe e& AR ML THRINT % 75
¥ [75, 98, 95] Td 5. M 1.8(b) D& >12, ZOHEZF— AT, EHKO/ OLA%E M
WT Probe EifE 5% A7 MVAEL, KMEEREINC & > TRIKEFHRE T 5, Lk
n 5T, Probe 77 ###H} (Probe-dispersed detection) A ¥ — A L FEXN S, RENIES DIR
18 & AI#E D Probe BIREUKEMN (METO 7 74IL) 1F, REPEHRIET 58 HIREXOHK
WINERT 28K, E— N LEBOHEGREIZET 288520 HRE &L (75, 93, 99, 95,
61T, TOHETIHE NIV A2 S 2 & TEWR A REE & IR AN T & 5,

—75, B 1.8(a) IR T &Sk D BFLEE DM (integrated detection, open-band
detection) A ¥ — A DFEER [100, 78] TlE, & Probe 5523 HETICZDEE, HDH W
FNY RNRAT ANV RTARY FVEBERL TG, Blid 5, BOREAX—LDFS
i%, Probe FHMMHAF—LDANRT MIVRIRLIAGHEHAWVIZ AR FVEE TR L
7551275 (cf. ME%B.3.4), MAGETIFEVWART MVTHED T 5 & R SAED
BEEPHER LD TESWINSI Lo TLE D, DD, 52 HIRIPEIED /L 2
REbNd, FD72D, FEAMEAF — L CTIRRH 2 EREX(5 5 O AHEHIZ R U THIK
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(a) Integrated-detection scheme (b) Dispersed-detection scheme
Spectral
Bandpass disperser
filter Photodetector /$
] —
Photodetector
Sample Sample array

Absorption
spectrum

Pulse
spectrum

detuning

Energy Energy

1.8: 2 f##H{D Pump-Probe 7 HDOHE A F — A, (a) BB AF — L4 & (b) Probe 70
BRI 2 ¥ — 4,

Zd DA, SVATLDEAREREZEZ 2B SERL, Je—L Y MREMES OMEAGIED /S
V2D EEBURIEME D S DIRENE R O LGB 2 FE T 2 Z L B HEETH 5 [100, 78]

DFHEE LTIE, Fv¥— 7 U7% Pump 7SV A & 2 IREHHRIE O B0E - W % 3
RBFENRD B [88, 99, F7z, BEFFEBOFIETIZARWD, REBORE X132
2A%EETHFHELLT, ERBIIBVWTHEEI T VAN ETS 72 L MFETI <V
DN D B [101, 102), T DOFIRIE, JNEIREIZE T 2 HREFEBEEDEERED 5 K& <
ZALT 2 GG IRICETH 5,

UEDREAF—LDOBRPS, TNETOFEERSWNT Oak—L Y 7%/ v
AHFERIIKEL 2DIZHHETES, 112, MOABRMEAF—4 (M 1.8(a) 2BV,
2OV ZHUD R R R IR IZ 5 U T detuning LRSS I —L v MEEIZHIET 5 5E
B [72, 11, 103) 2 5, Z DEERIE, HLIGT < U ORREEBKE Akt b0, HIG
Q=LY bh74 /Y (CP)BHEIFENT WS [11], K 1.9(a) ld, DOV AHULE
RlizLTae—V Y MREIEED 7 -V TBEAXY MLE 3R TE Y b LEZKTH
%5, B1.9(a) OIRENEHEE (cm ) #liTlE, B3 (n,m)-SWNT O RBM EEHD ¥ —
IIMFRINT VDS, TNSDE—FZMEIZILIET v VA HOFRREHIELTWS [72],
B 1.9(b) (FRs0) 1, X 1.9(a) @ (12,1)-SWNT O RBM JEEH 237 cm L i2B135 77—
THREDOE IO 7 vy ANV ThHD, HETT Vi Ta 7 7MLV IFE LY, Je—L YV
~ RBM #REERE DR 70 7 7 1 VIR FHIGIZEWTE =7 TR T 1y TERT,
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B11.9(b) (FH) 1, (12,1)-SWNT D Eop IRIXE — 27 D 1 B EARIZ FH W72 Probe A /X
7 "V (XY NIE 25 nm) %27272AZAL, ZOMxiEz L 7270774V THYD, E
Bkt 2 L <HEELTWS, ZZTProbe ARZ ML EIZAZOREHAIK, EdRLK
X SIS 51X Probe A2 NVEEEICHE D LI-E5 1075720 TH 5, il 7o
7 7ANVD 1 AR ORIRIE, SWNT IZRled DT, IRBE—NEHEAELR2
AR THERONS [78, SWNT OB —L > b 74/ U EBRTIX, RBM IRE)
WEDHIAF )T 41 (n,m) IKEHELPFARS N, EFRTHEMFEHORE I LHETS I~
VAR MV EFERR D T 7 I 48 (2n + m) IR R T 0 [72)

“lemz o a1] A 55w

(D) ogew =237 cm™, (12,1), 25 nm bandwidth Theory A\ 367 327 (102)

LA O z ] 35.5 318 (94)

S ; I 33.7 304 (86)

780 ?9% g % _j 32.7 293 (12,1)

74075 £ g J\ 32.1 289 (11.3)

7202 , | | : : 310 //VL 575, (65}

260 240 220, 1450 1500 1550 1600 1650 Fam 25 20.6 2.8 (9.7)
Frequency (™) Energy (meV) 15 2.0 2515 2.0 255

Pump Energy (eV)

B 1.9: SWNT Ol ae —L v b 74/ ViER, (a) B3OV ZAFLKERIZHT 2
Je—L v MREISS OEEARZ ML 3D Fu v b, (b) (12,1)-RBM JEHE 237 cm ™!
2B BIREEE O 71 7 7 A IV [72] (c) EED (n,m)-SWNT O RBM #RE)5#E D
Jille 71 7 7 A )L & Sanders & [11] DEEEREFA D HLEL,

5212, IR Probe 2B A ¥ — 402 & B FEER [61, 104, 105] A3 5, X 1.10
IZ, Liter 512& % (6,5)-SWNT D Eqy 0L D MG Pump-Probe EERO#H & 2 /73, X
L10(1) @ (a) & (b) 1, AT/T(\,7) BAFIZALZD LIZFESTVWE/NS WAL =LY
MEBIES ZHE L7250 TH S, [[1.10(2) D (a) & (c) EZFNFHNRBM(307 cm™!) &
G-mode(1596 cm™') D 2k — L ¥ MRENES D Probe FEEMKFEEZ RS, ZDX5A
a7 rANvE, HiGae—L Y b7 vaNICETAETe 7 v A VLT, R
MRTIHRETAT 74V EITERZ 2122 GEMIZE 4 ETHRT 2) . ZOMETH
5%, ZFREORE IO 7 712 o —L Y MEEIESDEFVEHE [78) DR (M
1.10(2-b,d)) & H#KF 5 Z & T, RBM & G-mode D 11& T+ HAEH DR X % & mINIZ
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K7z,
M @ ()
ATIT
— 650 650
£
o
g’ 600 600
o)
>
g
= 550 - 550
S
o

500 500
200 400 600 800 300 500
Pump—probe delay (fs)
(2)
(a) 6 5 (b 5
” =]
= B £
B4 £ £4 £
2 s 9 3
© c c
5 2 § &7 3
2 E
0 s 2
540 560 580 600 620 940 560 580 600 620
Probe wavelength (nm) Probe wavelength (nm)
(©) 4/ ; 5 @, 5
=y LMWM\ g’, S 2\—/_\/\/\ E
Ee) : 5 1 5
© J Q g Q
; § W\\“"‘N\: 3 v ol 3
9 : 5§ © 5
= P L B
o -24 . 2 a ;] ©
S -
S 3
4 — i = 4 =
540 560 580 600 620 640 540 560 580 600 620 640

Probe wavelength (nm) Probe wavelength (nm)

B 1.10: JA4#E Probe (FEMIBAF —L) iI2&dae—L Y b7 4/ VY HHFER, (1-a)
AT/T(\ 1) B4 F I 2 A& (1-b) TD Ik —L ¥ MEEHKSD. RBM £ G-mode Dt 7
077 ALD (2-ac) BERFER L (2-b,d) €T IVEERER, [61]

1.3 FATHROBER EFMADHR

FATWIIETIE, T By iR FEM TN % LI Pump-Probe EERD M THN T W5,
UH U, RBM EROERSGEFRIZEIL T, A& & E X 58S (69, 11] LFET < Vi
T & & 2 D& (61, 104] 3D 5, BAEOHmE T, MENZRMEERIRIZE &<
XD K D IRFEHUAR TN T WS, Gambetta & [69] 1& RBM & G-mode D IEFRFIHKE & A3 81
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HIU, ZNAENEIREDREE % X 5 & (L FEHA [106, 107, 56, 59] 12 & > Tl 112
& % Peierls EAD [T RIRFNIZ L 2B THL I eWRINZILTH D (69, 7=,
Sanders & [11] (3G —LV Y b7 4 /) Y RICETSEEDO A1 Z ) T 1 (n,m) DI
Xf#Y7% RBM & 50 22 O e 7] A3 38R D 2R AL (73] 126 & D < EREHE 2> S Bl i B
EINBILERLUE, —AT, FEITVBERORELHD, HEmPLI > TWD [104],

1.3.1 Fm 1 : RBMERODOMEALIAE & £ BT

BRI OWE TIX, MAEBRZE T WARWI—L Y MEENES DM DA Him X
NTWa, 7z, FET < ViR L @®E U7z Lier 5 [61] H, (iHIEHRZ & A ZHRIEORKR T 7
0774 IIVERRIFUTWAL, PIAMHIZE L Tikigm L Th 67, FHEEERE DBz
BIL CRERID 5, 22T, Bllld s ae —L v MRENE S OEAAMIAEIEX, Pump-Probe
BIERE Y 02 BT 2 IREME 5 DMMHE EET 5, E5OHIMIAHIE, ESERZ KBS
LIRENBCR ORI DGR Z G ATWS GELSIIB S EOEATHHI NG ), EEGE
FOMEZ RIS 570121, YIGHEZES T 20082 FETH 5,

1.3.2 &2 : RBM ERDOEHIBRE

T T, REEHROAAM & BUH 1 S IREME 5 (oscillation) DAAHZ XA L 72 Z &3
B 5, REBORITEBRZE AT/T OZFHE LTINS, Lad>T, REKEHRLE
AT/TE5OBMK (MHERE) 2/ LR E, BEROMHIZ DO WTHEIZERT 5 Z
LIHIFTER, UL, RBMBCROMRHGERIZEL T, 2 00RLBBW1H 5, 1
DHEIE, TERIEKGFT 2N X vy TICKBRINARY MVOEH] [12] 1I2H & D<K
W11, 108] TH B, 50 & DIF, SIROIFFEAZIGEITE & D <KW [61, 104, 69] T
BB, MHDHFN DY ZE N, AT/T ZFUFEITHNARZ bV Im x(w) 721 TR
CHERARZ NIV Re x(w) DERNEFET 20850, MHBRIZE W TE K FHEEM
WiEZ o< EP, D2/[THD, L IEARwTHHI NG,

BOROMHERE L, 3 — L ¥ MRENES D Probe FEEKFME (k7w 7 7 A )
CRME D, UL, SBAT09E [61] TIEAMHE T 7 7 1 VIZBE U TEREFIEO—HE
ERIN TV (cf. X1.10), RBM IER DM EFEZMESL U, KB IO Z i
T520E, RETOT7 74 VRS2 UHEEREFED S HET 2081 H 5,

1.3.3 M3 : Ey MEFOEMDRE

ZERLNAS DR AL G FF D Eop il 7B IZ X9 5 Pump-Probe EERTH 55, FEoo
e DREMDEEIZ OWTHMI N T WA, Sanders 51, HERINZF+ U TD
#FllE RBM #RENE M (100 s FEE) L0 +ARWARDEHTE S el (11, —7
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T, FEI < VEFROWME TIE, B i 724 (<100 fs) THE720, THLEH Fy
Jile FAREBIZ 1 RBM BORIFAERK T T, HEREBOEROANBHIET NS EFE Xz, U
U, HWIREF@OD By i BRI T 2550 WEBRY® By il L By D54 D
EB I3 AT O T W, RBM R DOALFHFEFANZ N § 2 Eyy I 7 OEM O E 2 FH N5
ek, AR REEEOMED - DIZEETH S,

1.3.4 ®RE4  REBRICBITZ2DFHGOZ UM

FHET < VEREOWE T, (1) Ex iR T2REGTHS I L, (2) RBM ORIE (&
) 787 7 AVBIRINARZ MVOEFHE U TREHI NS Z L, O 2008 HE»5,
BRI N2 EFERERBOPFROFLETH Y, Lad> THET v VBRI L > THER
INDEERT, ZOHWIE, ©HER) v —POEDT, HEROEX VT EEKR
EDORFIZBVWTHERDSNTWS [75, 94, 93, 74, 95|, £ 2T, RS TIHEEMIZ Eid
DHIW % THFHHR] X BMIREIERZ 2125, 72 & ZIECHR [95] Tl & 0 LB
INTWVWB LD, HTFHBEPZYTHL A TFRIZBEVWTIE, EFEREOHRFILZD
REED S OFFEMIERZ LT 5720, W TO 7 7 A VIEFEHART FIVOZEGHL 72
WEE2RT, MAT, HEREOKKIZE S 3 — L v MREE S IZHIFIRIED 6 iz
[RENs,

U2 U, SWNT D XS0 b RERDFHEF /FERICBWT, BLED XS 25 7
BOZ LRI TH Y, METT 2 BELRD 5, B MR Y ONEEK T GO IELR
EHZIGE I, DFREEIARENIZRR SR T DL KGR TE Z 208D H 5 (109, 39),
L7223 5 T, MHGBRIZBE W T FHiERICE & O BHRIZIXMEDRH 5 & FREh 3,

1.3.5 #m5 : RBMIREESOMBLAEEEFRFHEEFROMNS

DAEDFA L & 2 12BR U D, AT/T fREIOGIHIAA A & SWNT 2RI
KT B FEIZNET 2020 TEE20ESI0NTH S, IR - IHEDE WX, RBM D
B THEEHORSIZBRT 5, BEERIAZEN S, SWNT O RBM OE 7#& FHHEAE
ADREIE, (n,m)® By i2&->TEDLBIE2TFHEINTWS [53, 57, 59, 11, 12],
2, Fl=— (n,m) IZBWTIE By BB L By BETIEFERNICRS L FHITNTNS,
BIEFHEERO/ S, REREBORT VY vy VIZHT 2EFHIEREORT Vv v
IV DEVEREREENZ B 1) 2 EM DA% EK T 5, Kim & Sanders & [70] (%, TEAIHKAF
THENY RX vy L BRINART MVOEG] [72] OMEEROFZNTE & DNWT,
AT/T IREOHIIACIAE D SHEK - i &2 W U7z, LA L, Seido 2 5 H okt EfE ok
WTIX, Pump-Probe 5B IEHRT VY ¥ VOEMDOFFBITIIEF L RN Z EBF ST
% (78,100, T4 E T, RBM #RENME 5 ORIIIANAH D& 1372728 [70, 11, 105], Kim



1.4. HBY 19

& Sanders 5 DRI ZMILTE 5T — XDV, ZD LDz, MEEREZESLL,
MFHZH S 223 5 Z 21k, RBM HRENME 5 O AIHINIAH & & F1& 7 BAEH DR 5 DEIfR
PHOMNIT A ETHERETH S,

1.4 B/

ED &Sz, FEAKSWNT O RBM FEHROER - HEFIZE L T, £ < ORERIN
BIhTws, 2o ORBEOERITIE, SWNT &\ 5 451 & BRI/ ifE o iz Az
BIARELYETHD L WO HfENDH L, £ T, RS TIEEEZ Pump/ /&
Probe iZ&kdab—L Y hT74 /) URHIZBEWT,

o LI Probe (2 & BRI & A AHOME 70 7 v A VAR FEMIZEHS I 5 Z & T,
RBM R DR EFE % HENL S 5,

o WFRAZ Pump 1239 % RBM RO DR S 2522 d 5 22 T, &
BB O YE ML %135,
o UEEM—HA5YF 1 (n,m) D Ep & Eo BBEHICHLUTHS AL, Hikd

5T, MRS 3-5I12 DWW TCiEmT 5,

ZDIOITARIFETIE, BE, @EMERR»E 5015 (6,5)-SWNT © RBM IZf85, KiE
FFIZHEWT, (6,5)-SWNT D

o SERAMED Epy L5 E A D Ey HLIGD FH ) THLOKER2F 2 —= V7 HHET,
2OV ATEDS 20 fs FEET—E D Pump Y/ SV A Z2BIFT 5.

72, HIBIZBWT, 5% Probe A2 NVAER CHIHIMAH 2 &Iz ihE T 5 T EE2 1T
5, X517, Probe A7 MUAMRL-a b — L Y MEEHEE DB T HFNEEE2 T\, E
BRASER L R L TR T B,






2.1 EMMEARDOIESR

HWW72ikHE, CoMoCAT % [63] 12 & 0 &S 17z SWNT S A S B & ) fir iz /O
(DUG) ¥ [62] 12 & > THW L 72 &#E (6,5)-SWNT 201 NOHBETH D, Kz, o
BRI B W THEEOFRHTEMEA deoxycholate sodium salts (DOC) ZiRANT 5 Z &2 KD
PO 2 EXETWDS [65), EARFIEITUTDOEE D THS [65], CoMoCAT
SWNT % SouthWest Nanotechnologies £t (S-P95-03, ASE-A002) 22 SEA L 726D TH
%, DUG DiijiZ, CoMoCAT SWNT % DOC 1% HIZ# S &, RieH O #E & HkE) &
O EEE T, BIZTENT 7 A ARV EEGARE LB AERET S, BELTHEED
JEIZHEE L 72 SWNT 2 U8 E &, DUG ITHW S, GURMERIXE R F R R OMIFI &
R EMEHBHRIZE DTN T,

2.2 TEERERINZARY ML

AR D E FIRINA ~ 2 k)L (optical density, absorbance)
(2.1)

FHEER 1 =10 mm OAHES T AL VI ANTHE Uz, (w, 2 = 1) ZHAFED VI
ANT- KA KDFEBNBEANRT NV TH D, ART MVOREUSIZ AR (R
PEFr, UVPC2500) 12 & > THIE L, ERIMNSIZEBEBKZ SLF & U T Pump-Probe HIE
THWZaY s LS (InGaAs MCPD) THIE L7z (cf. 3.6 i),

Bl 2.1 (AR D EF RN A RS bV & RT, 1.255 eV (987.8 nm) & 2.172 eV (571.0
nm) DPFER 2 DD =27 1EZNZN (6,5)-SWNT O By & Eg il 7 HIETH 5, (6,5)-
En ¥—275502eV EONY FIZEIZHRAEIED dark By il FO7 %/ 34
RNV RTHB [53,50], ZDMDYE—2IIMHD (n,m)-SWNT ORI —27TH D, KWV

21



22 2. Ak

Ny 275 v RIZFREEERIC Z OO R %2 & A 2RI £ % Mie BiELIZE 2 H D
LEZLND (110, 111], BB, ZORED By ¥©— 21281 2HExHEIXRINREIZ LT
a=0.39mm! TH5,

Wavelength (nm)

5 1000 800 700 600 500
\(‘5; 1.0' ! T T T T T -
> PLHl E,,-(6,5)

£ 1 E»-(6,5)

C

2 \

£

- 0.5+ i
o

g

C

3

5 . L

B OO0k . o v oy
< 1.0 1.2 14 1.6 1.8 20 2.2 24 2.6

Photon energy (eV)

2.1 B (6,5)-SWNT MBI E RN A2 ML (FE8) ERIART ML (i
).

2.3 TEERMNSARI ML

EHFEHART FIVORPEITIE, FEERIE L U T 532-nm (2.33 eV) i (CW) 7
V=2 b —=%— (N7 =40 mW) ZH\W7z, AT T A2V LR 1 mm) 00K
D S DEFEFE LV ATENL, Yy —T Ay b7 1)L X (HOYA 058) Tl %
71 b U, Pump-Probe 7 THW 20 Md 6 L OE - EI O T (InGaAs MCPD)
THIEU 72 (cf. 3.6 i), K21 () IZEBIOFENLART ML ERT, Stokes ¥ 7 b
((6,5)-E11 N =27 L FHHE =2 DT X ILF—2%) 1210 meV TH 5,

2.4 ARHE—LEHIYERARY NLEHEEDORT

ABIDOART =LA D & (n,m) 1F & DAY MVILE (spectral weight) % Gl % 35 7=
DIz, Z&EVoigt 7RI 7 A NMIZKBRN2FT 1w T4 VT % 7o, ART MIVHHE
LiE, BENDE (n,m) T &2 E—ZHBIZNT 2D (n,m) DY — 2 HEDHEG TE

'"Python @ LMFIT [112] /8w 7 — V% 7z,
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#IND, ETFRINOHRE FIEREIE (n,m) IZX > TELD728, (n,m) DAXZ bV
HEiX (n,m)-SWNT OFFELEERT 2D TRV LIZERT S, 71y 71 VIR
2221259, 22T, Voigt 7@ 7 71

V(w;o,7) = /G’(w';a)L(w —w'5y)dd’ (2.2)

1& Lorenzt BI%X L(w;~y) & Gauss B G(w;0) D272 AT ATH D, FHINIRARE—ILHND
(FEHEMR 2 o) & H o 72— CEMEEDE) ~ @ Lorentz RO 7 2 <X 27 MVIIR 2 E
LTWw3, PLEX Y 7 [64] 15, CoMoCAT ilEHZ & 2FEEE ENDAIREVED D B (n, m)
fE, (8,4), (7.5), (7,3), (6,5), (8,3), (6,4), IZHIX TLEMA (6,5) DAD T+ / > H A KA
¥ R (PSB) D&EGEHT DD = DIFEERIE L7z, TNHSDY—IALEER, BEEIZE 5%
% #5 L CTSTE [113) D £ D £10meV IZEE Lz, £, SEIZ &Ny 27T
RN (BG) & 1 IRBIBERINE LTz, 714y hENZE TR T 74 VOMIEE K 2.11TRT, B
Y'— 27 O¥—#lE v 1%, 7z MRIEBEGD A TR O NERIZEITS (6,5)-SWNT
DY —H{E v = 4.05 meV [114, 115] IZ[EE U7z, ¥I—HRilE, & 5 WIS 1 O AR
Ty = h/y, & (n,m) ITEAFEUERE d HDVNEWE EE 76 A EAE N X 2 AR A
WL 785 [116], ZZTIE6FED (n,m)-SWNT O d; DIXS D EiF/hI W (BEHEfRZE 0.061
nm) 72&®, v=4.05 meV (T, =162 fs) THi@& U7z, 7z, HAKE—F (0TO-mode,
RBM, Twisting-mode 7 & [116, 114]) & OB & FAHEAERIZ X 23— A2 MV
DIEIFEIZNE WO L 72, U EDZRMT, En¥—2D 74y T4 VI TRoNT
ZDRR DA —HEIZ 0 = 19.5 meV TH D, Fp ¥—27IZEALTIE, By E—2LRFU
RV — KR (0 = 195 meV) ZIREL, vy EZFWEIZLZT7 1Y T4V 27IZ&D v =40.4 meV
(Ty = 16.3 fs) 2137z, (n,m) ¥—2 D AR MVIEEZE 2.21Z5RT, (6,5)-SWNT DA
N7 NVICEX By TT3%, Ey TH9 %Thb, [2.205, (65) ¥—2 ORETIEMD
(n,m) €—2 L DEWRY Wb DA EEMEDDH D, KT (6,5)-Exn €— 27 DIEZ XL F—{lD
PZBWVWTIL (8,4) & (6,4)-SWNT D 2 D0 EL>TWAHEENELNH L, TN TH, (6,5)
V= 2B iRIE e AL (6,5)-SWNT THOONTWDHEERX D,
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Absorption (a.u.)

=
o

e
v

©
o

u.)

0.5¢

Absorption (a.

Photon energy (eV) Photon energy (eV)

1.6 0. ?..6 171819202122232425262.7

. Ak

2.2: % E Voigt 707 74N - 74y T4 2L 5 (n,m)-SWNT DAXRZ hVIHED
fi@tt. PSB: (6,5)-SWNT D7 4+ / > ¥ RNV K, BG: HHELIL XK BNy 77TV R,

# 2.1: 74w bINT Voigt 70 7 7 A VifiE (FWHM) fyy & HE—#ilE (FWHM) f1, = 2y
& RYg—fE (FWHM) fo = 2v/21n 20 & & 7O A FEFIIR Ty = h/~y

E; kR AYI—HE Voigt #RIE  ALFERERIRER
fo (meV)  fo (meV)  fy*(meV) Ty (fs)

Eyy 8.1P 46 50 162P
Ey 81 46¢ 103 16

a fv = fa(l —coc1 + /$? + 2c1¢ + cjc)

co = 2.0056 ; c; = 1.0593 ; ¢ = f./fa.

b 7 = & MR A [114] 12 & B (T=292 K) IZFHE L 7z,
cE11 D fo LA EAREL T,

#£2.2: 71w FENTz (n,n)-SWNT DAY MVILE (%) DO H

Ei; (874) (775) (7’3) (675) (8’3) (674)

E 1 12 0 73 9 5)
Eoy 22 4 0 99 7 8




72z MNODIEE

3.1 FHHERBE

Bk DG N —T D7 = L M NEEBETIE, TNE TITERBE - LEEOLRER [117]
2 XD, "D S ARAMER (450-1500 nm) F T% #7/3—9 % Probe 2 HUH A ¥ — 412 &
% FRFHEIRE) 2 HEERD ATREIZ 72 > T\ D, AWISETIT o 77z e BRI, il e
EARAME TR W ZE D 20-fs IS (Pump) 7SV ADFEAETH S, (6,5)-SWNT O Radial
breathing mode (RBM) (F# 108 fs) ®a kv —L ¥ MRENZ 7272801 2721072 61, Ey
RN Y — 27 L7V AD AR NVEIEAEZR > TWT, 7V RIEA50 fs LR ThIE+5
ThH»5, UL, REBROEKDZHI1Z1E, Pump 7SV ADSZMEE LT (6,5)-SWNT D
FE11(570 nm) & F52(990 nm) AL THLNEREZ HHIZHHETE, AXT MVERINTH 2
ZeNEREIND, MAT, IREEROHRME L IV AMEIKITE S 5720, mitze OV g
DFET B, £z, VHANHOEKD7-DIZIZ OV AEIZ—ETHEHPLEF LV, 5.1.3
i T Pump SFEEHRD Y I 2 b — 3 VEITW, BRI Pump 7OV 26O B H R & B
TOESIZEDT,

L HUDJEEER wpy Y E11(1.255 eV) & E9p(2.17 eV) HIGA 5070 < &6 £0.07 eV D
HPCTHERETH D Z &,

2. A2 bIVIE (FWHM) % 0.1 eV (25 THz) < SWZHIZ 3 2 &,

3. 1., 2. LFAIKHZ, 7OVAIEZE 20 fsiE< £ THEMT S Z &,

3.2 REUZTNH/NILVZADHEE

PAEORIFEEREL. & 2. 2K D721, FEFEEDLE/ ST A b v 7 BEiEd (Noncollinear
Optical Parametric Amplifier, NOPA) [118, 119, 120, 121] ZB# L T, KEZ#MB L O
HEEF SISO 2 LB 5,

25



26 3. 7 MOLEE
3.2.1 HNTXKNY v IR (OPA) DRE

8T A MY v ZBEilE (OPA) [77, 122, 121] &%, FEMRBEE BT 5 3 KRS
Z&oT, W pump” . (AW ws, W MV k) 22 57signal” M (wy, ky) ~&
IANVF—2BEIE D 2RO LERETH S, FRIZ, K31ICRTEIITTR
IV —{REH w3 = wy + wo LEBNEME ks = ky + ko 215723 & 5 7% 3FHD idler”
Y (wo, ko) DIFAET B, WH, "signal” Y& UTIAFIBED/NIV AN (seed &) BHWVS
N, seed KD ANRZ MVEHED T 3 HiKIES DS R Ak = ks — (k1 + ko) =0
% i 723 " signal” A IREL wy OFISAEIEI NS, Lo T, ZOHFELLERT DI LD
12, OPA ONAHIEA S M % S £ S HBXE 2 2 & T EZ M & BIE R S5 0 HiA A3 ) fE
275,

LT REEEEE R ETES
Ilpumpll
w3
signal
w1
- Y. ...
idler"
w2

3.1: JE/N T A MU 718 (OPA) R DR,

3.2.2 EROUZHH

"signal” YE R AL wi O FEFFHIE, ws = wy + we DR L FH W 2 IR FAE W D
R IZ & > CTHIRZZ 1) 5, AHFZETIE, "pump” Y62 2 2 312 a5l (<800 nm) &
M ARAMA (>800 nm) DOIIEZYI D FR 5 Z LB TES & 512, Tisapphire HilFL —¥ —
D 2 FEFAP (second-harmonics, SH) % OPA ®”pump” JEIZH W5, "pump” K EH
A3 = 400 nm DIGE, "signal” Y E N\ O ZEFH IIHHEFE A\ = A2 = 800 nm % BilZ
AT &S AR MR AR IR ISR R REIC 72 B0 B 2" pump” e & U 72556 (A3 = 800 nm)
T, 7signal” YIEEAHM DT RIS 800 nm < Ay < 1100 nm (23K 5 & E1Zidler” WK
EAHW IR GRS S (3-barium borate(BBO) #ifh) DRI (> 3 ym) IZA S 72
ORIET 5 Z eV TERNWI LITIERT 5,
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3.2.3 (IHEEFRMHE

AREERTIE, "pump” & — A &7signal” ¥ — AW FERIEHELE % & 5 FEFEH OPA (NOPA)
ZAWS, K320 K512, BAMEDD 2 I LFAE R T pump” € — A & "signal” ©—
LODHWEDOFFAEA o ICHHEZMA D Z LT, RRAMHEEPATREIC RS, @,
NOPA XA #5125 1) 2 LRI EIE D 72D 12 fib v 3 A% [118, 119], T Z TlkHLEE®D
AR L, A CHET IS 2 X TR RIS 2 RS 5 Z LIRS 5,

6 tuning

Uniaxial crystal [t .
- Tha Screen

optic axis .-¥

k idler @
0 =0pn(A\1; ) 3 K
,8 2 pump @
........... \ o e Aftnonnann Q signal @
cht kl
A horizontal, phase-mathing plane

3.2: NOPA IZ81F % Type-1 3 HPIRE (01 + 02 — e3) DEMFELE, 7signal” ¥ —
Lk BEERICEEASN T 525G, GARIEBBOMHBZRIDAZ Y —Y EOE—LAKRY k
DALERRZ KT,

BEIER R OB D - DI & LT, signal’ I E \ IKIEDORMBE &M %23HH T 5,
X 3.212, NOPA OAMHEESM Ak = ks — k) — ky = 0 ORMERIEZ RS, BN
MLOKE XX, BEIrR2@ELT

EWIHEEMKGFEEE D, OPAD3IDDE—=LD5 5, "pump”’ € —L DAY ML ks
DEKTH D, pump-signal ©— LD A GEMEIMA) % o, signal-idler € — L D7 F
ZQLL, a+pf=Q%M=3T=MHEDOEVDOAEEZ B LT5, ZDLE, "signal”’ ¥ —
LATH T 24T & BER S OB ERME, ThEh,

ks cosa = ki + kg cos (2 (3.2)
k3sina = ko sin ) (3.3)

LEIFD, WE, 1RSSBS Type-T 3 HIEES (01 + 05 — e3) 2525, Z DN
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ETlE, "pump” ¥ — A kg (ZAEWE G MO D 2 RS (BE AR, eray) , MM E
BREAEEZOLT L, LA >T, "pump’ B — A 0 IZHAF U 7ZJEITE n (), 0),
1 sin?@  cos26

N8 e e (3.4)

25O (EIrREM, 3.3), fio 2 50— LAIMREIEDR SR D & H7z 700 (o YRR,
o-ray) 728, BITRIZOIZEIST —En,(\) THh5D, MHBESRM (X3.22KX3.3) 5

z (optic axis)
A

& 3.3: AD 1R OEITREM (ny(\) > ne(N), ZFHWFAINTVWSB),

ne(As,0) & a TEfi-oTRT &,

1/2

ne(As,0) _ mo(A1) no(2) [1_ (”o()\l)/)‘lsina>1 (3.5)

= cos o +
A3 A Ao No(A2)/A2

b, TNEHIZT & D% 0 #AMEEESMA 0, LR, WE, EERTHWZ BBO fE D
JE TR AN

) B, 1/2
n()‘) = <_B2>\ + B3 + /\2_01> (3.6)
oray : Bj; =0.01878, By =0.01354, B3 = 2.7359, C; = 0.01822 (3.7)
etay : By =0.01224, By = 0.01516, By = 2.3753, C; = 0.01667 (3.8)

&k o Tno(\) & ne(N\) 25T 2 (B13.4), ZULT, mirEiEH (X3.4) 201220 T
AR

ne(Ag) 72 1/2
= arecos (PL@(AS’ 07 - No(Ag) 2 —3)718(/\3)_2] ) (39)
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1.70
= sl

N I R B U ‘ ‘

x 165’ """" T ’T'--"'—"‘-_"_'__"_' .
g : : : : ="
£ ‘ ‘ - -=+ BBO(o-ray)
2160 — - BBO(e-ray)
= ‘ ‘ ‘ ‘ ‘ ‘

= ‘ ‘ ‘ ‘

o

% 1.55f

o

0.4 0.6 0.8 1.0 1.2 1.4 1.6 L8
Wavelength A (um)

X 3.4: BBO #& D o-ray & e-ray (ZX9 5 IR n O EMKIFN,

WX 3.5 ZRALZAD0, DREEKGFEZERT, WE, SEEOHWZOBEBKRNTHTER
Dl e Y ] (3.10)

A3 =400 nm ZFEE LT, (A, o) DBEEKE UTHO,,(\;a) ZFtHET 2 AR (K
3.5) BEond,

PAECEBE LU 72 MHEEEG A 0,,(\; o) DR (X13.5) 1%, &2 signal” & N % HiE
L7z\0We &, "pump” ¥ — A k3 &Ll (optic axis) 2379/ 0 Z 12 L NI KWz R
T, 1RSSO Y X B A R E RO R TAE Y N O SRS (cf. [¥3.2),
32D & SIT, Tsignal’t— A kg ZREASN UZEEZ EARE LRI L1275, 5
ARECE TS AR S Oy = 0+ a DR D LDDT, 0 = Opy — a = 0,,(\1;0) %
729 M DRI NS, 728 ZE, W F Oy IEARFEBRCERBUICHWZME 0.y = 31.5° &
T5, 205G, EREMAE o =25° Lz E, X350 60,(\;a =25 Oififge
Ot — v = 29° D RFRDAZ AL, A\ = 1020 nm & 580 nm H7= D IZHK B Z AR THRN S,
DED, HARBETIEIINSD N\ ORAFENMEEI NS L2RT, 61T, az2dd
m EE LT, EAREDS BBOMMEZ EZTHIRIEEE, 0 =00 —a — O —a+¢€

2T B, ZTORER, BIOMHEESRME 0,(M\,a) = 0 = Oup — o+ & 22T Ny
®ﬁﬂﬁﬁ@ém5 e ZIE, 0BNSLKTEE<ODAAIICHEZX TS, X3.50D
O (A3 = 2.5°) IR E 0 = Opr — o + € DIEFRAMA (A1 > 800 nm) DA 1 iﬁ&ﬁﬁc%
U, "M (A < 800 nm) DR FIFEIREMIZBE TS, ZDL 52, BBO fim%
LI 5 L IERENE(TEZ itk b, ut#ﬁ%mthmmmﬁm&ﬁwﬂﬁﬁ
MTHhsb,

RS AR 1% & 72 1 IRV signal” IR Ny O H#IFH CALAMHEE S S DN 72 S v 5 2Tk
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BBO, Type-I (0; + 0o,—es3) Noncolinear angle
j ! j j — a=0.0°

— a=15"°

— a=2.5"

— a=3.5°

— a=4.5"

]
&

Phase-matching angle 6,, [deg.

3)\3 0. 40um

0.6 0.8 1.0 L2 L4 16
Signal wavelength \; [um]

22

X 3.5: HAZIEFRENA o 20T B MEEEA 0, D signal IHE N\ KO B R
BBO #& &I BT 57 pump” i E A3 = 400 nm D & Z D Type-1 MIHEE DA, KV ik
X a=25% O =315° DGBED Oy — o DEERT (KXHH),

5, UL7zoT, EARKIZAAHBE IR 0,,(\1; o) DI EAUNZ WK RS &8I 1%
JE 725, 35T T k5T, MM a 222 5L, 0,(0;a) BIFROME NZ{LT
%, DED, a DFRIZK > CTHIFFHIEZ HHHEFEST L L VAEETH D, kRt
il (A1 > 800 nm) Tl&, 0,,(\1; ) HHFRDOME D o KIFEIT/NZ WD, o =0° ([FEIHHEE)
DEeELH o LHWIHITRD, —F, AFHM (A < 800 nm) T 0,,(A\1; ) BHERDH E 1E
CHESARFEL, ax3.7° TIRIFFHIZRS, 20 E, FEWICILHFIEOEIENAREIC 25
("magic” MAHEEASRM) . M, BEIRWZEEZ L2WEE, a~3.7° 9 558 EIZHET 2%
Db b,

3.2.4 JNZFEE

X 3.6 1Z NOPA OYEELE %39, YR, FAERE LU 7z Ti:Sapphire L — % —/%)L A
(fFDNE R 800 nm, 7V ANE 150 fs, /87— 1 mJ/pulse) TH Y, TDE—Lh% 2 DIZ0E
T, —/(0.75 mJ/pulse) TNOPA #5;&E14 5, £, =LY 2T I —0560 5% 4
Y — L4705 OPA O7seed” W% D, ¥—L%T7 1V A ($0) THIKEIDE>TE— 1%
U, #@E2mmDY 7747 7T — MIENSE, LELLBE—T 45X POHEN
EFHAEXED (cf 3.4H), Af7seed” Y6, EREHITEITE — L2 N, BRVIEA 800
nm DD & H Y NT 5720 L REtRFERIRCOMIEL B 572012, ThEhy a— o
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AT 4R (AEMEDOEE) E2E0 Y 22T 4 V& GEFRAMEROEGE) (38T,
i, 95%@E# e — Llk, BBOfE&E (& 1 mm, 29.2 degree) (&L, SHG (Type-I
3MIIES) 12K 0 K E 400-nm DWW pump’ ¥ — L% ES, ZO’pump’ ¥ — A%
LY RIZE > TETE— AT 5, "pump” € — L4 &7seed” ¥ — A 1% BBO #f (K5
mm, 77 A 31.5 °) (ZFERH o TEHI N, £ TOPABRIZ X D 7seed 5‘6':1:‘0)”4%132
DNV REBIEXES, 202 Eidler” U—LEFHETD (cf. M3.2), ZIT, a%2ii
T572DIZ, "pump’ B —LDRED I T —IFWERICTEHELND S, HiJ1L 7z signal”
Y — AT R R BE U 72 BRI SR IS & 0, BOCETE AN, AEHHIESR (cf. 3.3
i) %LU CT/OVAJERME S 7V, Pump-Probe flE THW% Pump 7SV A L5, 22 TOD
Pump ¥ — A Z W RELRNE D FEITE—LIZLT, FRTE—LABRBENRSZWE S I1I2+4
HETH2HEND D,

R RIEE 2 T 572D TERT IA VAV MDRBETH D, LFIZZDFIHE
%3, (1) "pump’ B — LA &7seed” ¥ — L& TE B 2R —FH LIZT 5, ThiZkD,
BBO #&@H COMBAEAENR LD, WERSREIZ L5, (2) "pump’ ¥ — L% T4
WEATIZUTC, Bl BRI o 2o TREMIZERET . T DR, (3) "pump” B —
L7201 T BBO #Ef R Tld - & D & U 7z superfluorescence cone 234 U 5, Z 3L signal”
& idler” DIEEEE vy DVFEG L2 HIANZA L B [120] 728, £ I T (4) "seed” ¥ — L% AS
X, BBO #Ef‘ DA Y — > ET superfluorescence V > 2 EiZ7seed” ¥ — L AR v
NDEZ B & 512, BBO #E&HDAKEHE (optic axis % & OALFHEEETH) O [a]iik £ % 35
5, (5) "pump” /LA &7 seed” 7NV A DBIERFE] 2 FHEE L, wIRUR (Fkf) D7signal”
HOMEIE%E AT B, BiZIZ, (6) HWIHI 5 signal” DT —, AT M, E—2L4
ARy b ERBH#ELT 572012, TNENWRT—X =X, Shs, ¥—-ALTBT7 715 TE
ZRX—URDROKMENT A= RO TE R m# %2175, ZIZ T, "pump”’ % {E% BBO
FEmOACEEEEA OFEEL EETH D, F7z, BPICHEREEZ ZDOI 5720121, TTHER
TRA S AU DO HIE % MR T 2 DAMHETH 5,

SH-pump NOPA (Z & D 1000 nm &7z D DIEFRINKDIEIEZ 155 7-0121%, 3.2.3HiT
BEALZ &2, a2 TEIZHI->T 225 IZHRET S, HlOTHIEZHTIHE, £ LT
AL 72 FIE TR Z BRI E T2 6, BEAT— Y 2L T pump”/NV A % 47
S, EORGEBIES#UE £ 5 72" seed” S DERNE D LFEEIE D, ZOBE, K3.2 DAL
EREARIC ﬂanm—memm_:6an®f@®WMWE—A#ﬁM6®ﬁEm

2725, SERISEITARTIERZA R\, ERMHDHEN T — R 2o T — L % R
Téoa<k,ﬁﬁ%%%@mmmﬁi,N@%@HBO%w@%@@W®E&%®ﬁ%
LHEHETH D ZEWRBRNIZDP>oTWDS, TOMMEX, ZToMEOHRHEBIZLD, RER
HD o-ray TH B"signal” &”idler” ¥ — ADJREITER S REfbINENH7ZEFEZI NS,
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800 nm,

150 fs,
0.75 mj/pulse

Vpol

Q 200 800 BSm

400R/800T

Q f300

1~ _sporLp
—3

SM f250/ ‘ Vpol

VND 800

SM(alr100) S3PP
2mm

PS

I @

hire

SM(AI,f200)

\

i pol

BBO
(Imm,
31.5deg,
Type-l)

Vpol )

< ~ 3 uj/pulse

Prism1

<

-

SM(Ag,f100)

3. 7x b MEOERE

P

Prism2

I I

~500-600 nm or
~900-1200 nm,
~20 fs,
< 0.8 uj/pulse

7

3.6: "I - EARA NOPA & 3B IER DNFERLE, Vpol: TEMRYE, Hpol: /KRN,
BSm:E— A% Y 75— (5%, VND:AIZND 7 4 L&, QAN T AL v 2 (LA
PREE), SM:ERmE S (fAEHEHE) , SP/LP:>a— MR /By T RAT 4R (FHRAT),
Sapphire:¥ 7 74 7 7L — b, PS:RU 23—, CR: I—F—1 7L 2 Z—, BBO:BBO
fih, G:EIFTRE T, Prism: 7'V XL (ME : ERAEEZIEF2 AT R), Fr&HEIT—,
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UED XS IZREZTHET NOPA NV ADH T A VF—1%, B&% 1-3 uJ/pulse TH
%, MBI 27 ML & 3.7 1T, R ATZHHIZ AT 500-650 nm & iE7R4k 900-
1600 nm TH 5, REBTHWZ/NY RiF Av (FWHM) 1 20-40 THz OHFIFHTH H, AR
7 MVIERIZE KA D ABTEUITE, ST 5 7 — ) ZBHRF OV AR At = 0.441/Av
(FWHM) 13 22-10 fs TH %, 3.7 TIRHFEREFR L TV L DR RBIEEHR BT
52 LITIHERET 5,

©c o o =
O © O

Intensity (arb. unit)

©
(N

500 600 700 800 900 1000 1100 1200 1300 1400 1500 1600
Wavelength (nm)

X 3.7: A SR E TOIREAZ NOPA A2 b,

3.3 RRAIZN/NILADDEEIE

W CHAFERE 3. 2 @K T 272012, WRAIZE/SNIVAHKITHIGTES 7Y XLt 4
FIT 0 R U AFEIRE T [123] 2 A GDE LR EBEA Lz, @5, Cbobh—hE
7213 7)) A L5t & Treacy B T OMAGDLYE [124], Fv—7 GFENKRZEE) 57—
X, OeoohbhEREICRELSNZEEVRINDE, TIIHLT, T2 THET LS
R ORHEIE, BB FHIC4ERTVRL AEZEATDHI L T2 ODRRLKEE
NIA-ZDOWHRABEZARIZLTVERTH S, THITED, WRAZ/ILVZITHIEL 72
DHAHEDATRRIZ 25, T ORER, BIRAZEI T — [119] P ZEMAMHZHER [125] 4D
S 2R B DS RE e S BT AR T, 3ROSR E T U EFAIZH ST E 20 & W0 S R
Tz BM, FEMETHTHETE S L VI HELD 5,

3.3.1 NEEE

B 3.8 IZ B IERE DN FAER 2R, 3.8(a) DTV XLNELEIX, Fork DRl
B [126] ZEEAL L, IMEIZI 7 —2ES L THVBRUEEIILZBDTH S, AN
V=A%, MEEEEZNZ572OIZIE=MAK 7Y XL 112 P EED Brewster 1230\
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BETAS L, sIMEATH 2, 180° MEEULZIE=A 7Y AL 212 AL, I 7 —TH
DRUCTHEMEFAUNKERS, 22T, AHE—L2bTHIKERS EREICFST
Y TRoOTELBIZE— A% BT, ZORBESEIY—LIC5Z 508, 7YX
L 1-2 OTESRIBERE 1, [ B3 2, FRHC, 3.8 DRHIRT &SI T VXL 2 %5
M fRE A ST E S22 TT ) X0 2 & MO HIELMAS S, TV XL
HFEHSAZEBNEEMABZENTES, ZOLEDT) AL 2HDNBEDOHN %

lm tj‘é 10

(a) Prism 2

Prism 1

Insertion

Extra path-length I
A in Prism2 m

Grating G-SM = x; (variable)

[
_—

Mirror
Diffractions

SM-M = x, = f (fixed) (m=+1)

Displacement [, = 2(z; — 2) SM

B 3.8: (a) 7V ALAFE (b) 4 EHr DR U Af [BHTHE TN OHFAFE R, 1,0 7 X LTHAH
PR, 5: U —LDMAEDE, v BIEFADAS A, G: BHEF (NV: #EAE 600mm—1),
me [FHTRE (m = +11K), SM: BkiigE (f: FEA0ERE 100 mm) , M: $RX 7 —, z1: SM-M
MRt (zo = f, [EE), xo: G-SM R (WZ), MIZGOLEIZHH, SMOH % L
AHHIZZS5LTWS,

4 3.8(b) DA X1k, Yok (4f) Bl (127, 128] D 4 EHIFT VIR UELEIZ L2
DTHDB, AFE—A4IF, H38DIIIZEIFHETFTART PVFEHLTZH LI FETE—
LZTHU Y ARREHFCESHZ, FAMEONIEIZI T —2EL Z L THULKZ
K2, ZZTE—LNHEEDTNICEREIZT ST IE TR TELLEIITE—LZHOH
I, BREEEE I 5 —DH WOz 1 £ ICEE S, BREEE & BT O H W7 O R

'm 1 material 27,
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To X fER=AL UTHENS [AIEEDL HHE HIZENTIENTESL, sy =a0=f
(YOnilliE) oL EOEERSIVAIIZEZ 2 08iFEaTch b, ¥ aollEn S
FERENL 2(x) —x0) =1y B 5 AT2E EONENE 1, WHIT D, ZD K574 & 0K UK E
EWAHIET, o 2HP L THHAFHE—LANTNE I R FADHREZTHET L &N
"HEIZ 7 B,
3.3.2 EENTX—IDEE

BAIFE L7208l IER (X 3.8) A3V ZEIGIZE 2 5080 (R BUAKRITE U 7 A0 AH >
7)) RHERMICHET S LT, BEDONRNITA RO FRTDEEEZIT,
NIV A DHEL

9, NWILADODREREAIT A REOEZE AL TH L, REHEE D LV A ES L,
WRFEIIAIAR @ (t) % fif - 72 iR FERE 2R R T,

E(t) = Re {|E(t)| ¥} (3.11)

LEFE, INET—VILEWUIZARY ML E,

E(w) = |BE(w)] e ?@) (3.12)

LEL, ZOMHART ML p(w) D7V ADSERE RS 5, X512, 7OV ADRGRLE
AR MV,

Ty(w) = (3.13)
TEHIND, DHEHELE, 7OVAEE By (w) 2405 h OB EHZETIOBT Z & T
HARZ PV Gin(w) ISHE Y 7 b Gevice(w) &5 2, 11/ DL 2T

Eout ("J) = Ein(w) e_i¢deVice(w) (314)

D out(w) 2w D VIRBEEIZT 2L, HE2VIET,(w) 2 —EMHIZTEI L THDS, Th
RO VAT T =) TEBERE TEMSI NG, IV ADSEI Ty(w) %273V ZDHIL
JERE w. DJE D T Taylor B U 72 & & DR TREM T 5N 5 -

Jym:(gﬁ%+<gﬁkgw—wﬂé(gﬁxgw—wﬁ+m (3.15)
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ZDO0RE Ty (we) = ¢1(we) 1ZNIVARIKDELEZEZ 5, 1 IROFEH 0¢p(w)/0wly,, =
bo(we) 1FARE DRI ZE 2 5.2, BEEIESEK (group delay dispersion, GDD) & IEEH
%, B3.9(a) 1&, HUOLEE 1000 nm, 7OVAIE 10 fs O 7 — Y Z#RF OV 2T (a) GDD
=60 s> 25 A GAEDSVAREDY I 2L —varThbd, ZDESIZIED GDD %
H25&, POVAEGREEBECEREAREDEEL, GRS PEETS (7Y 7
Fry—7), TD72® GDD ENNVAEDIEN D IZHRER FET 5, RIT, 2 IXDFBRE
PP H(w) /0w, = d3(we) 1 2 IRAHERIZZ IR 2 2 5- 2, (d(w) D) 3RO ER (thrid-
order dispersion, TOD) & IFIZN 5, B 3.9(b) %, ZeDfil&[E UL AIZ TOD = 200 fs?
EHZ1-5ETHD, TOLIITIED TOD 2525 &, HULEFEED & B 7= & Bk
DHBIEL, 7SOV ABSTTHTEEE, SV ARENED, £72, 4R EOERD S
b HEkICERI NS,

-3
1o o) 60 : 1.5x10
“[(a-1) 42 E (a-2)
. s 52 —
% 0.6 = . =
3 2 @ o 5
<t © ] Q
o 31 2 20 =
T 3
0.2 30 5 L‘B -40
[
Q. -_
00—3731% 1% 20 22 21 n 80—17 1% 18 20 22 24
w [2m-fs71) w[2m-fs7Y

2.0 %1073

——68.5§ ESO’(b-Z)
&

14 1.6 18 2.0 2.2 2.“4 T4 1.6 1.8 2.0 2.2 2.4 °T=20 -0 o0 10 20
w [2m-fs7Y w(2m-fs71) t [fs]

3.9: OLZADHEDY I ab—vay, (1) 7SIV ADEEZRZ ML [A(w)]? LA A

A7 PV p(w), (2) BEBIEART MV Ty(w), (3) 7SIVATES Re E(t) & @& |E(t)] (K

) o FDEE 1000 nm, 7 —Y TZHRF OV AR 10 fs D29V A (a) GDD=60 fs?,

(b) TOD=200 fs*® % 5 2 7= 455

T X LME

BENG 2 2 B OAME Y 7 M, (EZREERE L, [Ty LT,

" (w) = k(w)ln = —n(w)lm (3.16)

w
C
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YETL, KFEEFOMEIZ LB 0EEE GDD, TOD X, 518z w2 NIZEHBTLZ L
TEZEFIZ,

(m) I | .dn d*n A3 /)
A iad - | = m N
2 () c { d Y omc? ! (3:.17)
m I [ d%n d3n %
o (w) =7 [3dw2 + wduﬁ] = s [3"" ’ A"} i (315

L#EID, 22 Tn=n(\) KEEOEETH Y, o, 0", 0" EENTNILEIT S 15,
2Bk, 3B TH B, KHDKEH T ADHAR n(\) BHEH T AR —H—12 &%
FoRU— N BSHIB I ENTED,

TV ZLHay Ty =D& T XLMEOERD I, FixDHEH T AD
n(A) O n BEEBBE PHREREZFRE LU, Hle LT, 7Y XLMEE L THibh s RERN
HFEH T A (B AT Fused silica, SF11, F2) 12 X 2 8K X H7- 0 @ GDD (fs?/mm)
(DF WEEEE DL GVD) & TOD (fs?/mm) D A7 ML %X 3.10 1273, Fused Silica
DIGE, ERIMNE (~ 1 pm) TIEH T AD GVD RERITEL, MEDEK o (w) TlrbT
DREUNHBTE W b nd, #iZ, SF11IENR0D KEL, F2 02 0EERTIX
WL RMETH D Z e Bbrd, LizRoT, ERMNETIETY XLMEIZF2 2HW5,

350 ———— S
300+ — - Fused Silica 2501
250} - F2

200y T < SF11
150} s

100} b .
50 ‘-__._";:_4_'. ]
0 BEL
_50,
~1087 06 08 10 1.2 1.2 Le Ls

Wavelength A\ (um)

— Fused Silica

GVD [fs?/mm]

8206 058 To 1.2 1.4 1.6 Ls
Wavelength X (um)

& 3.10: MR SEME L 72 3FDHFEH T A (Fused Silica, F2, SF11) DA E X H7-
D D GDD ¢o(w) (fs2/mm) & TOD ¢3(w) (fs* /mm),
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7)) X LB E

7Y X LxLE (K3.8(a) 2HEET 2L E/OVAHRZIFS GDD & TOD i [126],

®) (w) 82 ¢(p) )\3 82P
2

0w 2mc? ON2 (3.19)
3 1 (p) 4 2 3

®, _ PP A 0°P 0°P

S W= T e ( e Ao (8:20)

- >

ZZT, P(A) =2l,cos B(\) BDEIZHE T HHENBEETHD,
9’p
T 4l,sin B [n” + (2n —n7?) (n’)g] — 81, cos 3 (n’)2
3
ZT]; =l,cos 3 [(24n_3 — 48n) (n/)3 — 24n'n"}
+Jpsn15[(nq3(12n—6-+12n—44-8n—3-16n—2-+32n)

+(24n-12n3yﬂn”+-4nm] (3.21)

TH5 [129], B~ [0 |ANIF/SIVA - ARZ MVOAESMTH S, AN IFIEENY RIET
H5,

Af E3TH& T

A& X (3.8(b)) IZ&>THZAH5N5 GDD & TOD i,

N2)3

. —3/2
¢§g) (W) =14 5rc? [1 — sin® 6] (3.22)
(9) (9) —3A\ 1 —sin~ysinf
- 2
b3 (W) 5 (W) <27rc> <%0 (3.23)

EEITS (130, 123], T I Tly = 2(xq — x2) (FHEEREAL, + ZEIFHE T~ AH A, 61
A TH Y, HERICH U TARY—A R AAZEICE S, KEMDEE,

sinf = siny + mNA (3.24)

THbd, NIXEHFHETDWEARL (grooves/mm), m IZFEHIRETH 5,
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# 3.1: TV XLH (p), ME (m), EHFETX (9) BRAHERNT A =& (1), 1y, lg) D7z
DT 2 53 HU4REL, GDD ¢ (fs2/mm) & TOD ¢3 (fs?/mm) OHEufE, AN = 67 nm (i
*4%), 30 nm(F ), N = 600 (grooves/mm), v = 15°, m = —1(EHRH), +1(7 ) D5

AN
Ho
Device 1045 nm 930 nm 590 nm 550 nm

02 @3 02 ¢3 02 ¢3 02 ®3
oP /1, —4.9 -8.9 ~5.5 ~12.4 3.2 —5.5 -3.7 —6.6
o) /1, 70.5 64.2 84.3 59.7 57.2 24.4 62.9 24.7
o9 /1,  —905 1909 —590 1035 —265 336 —201 228
BER

PLEXD, 7 XLR, 7V XLEE, [EHEF0 200872082035 2 5 080,
Pout (W) = din(W) + 6P (W) + 6™ (W) + ¢\ (w) (3.25)

Thb, TEER2EATZL ENEBBRENENE I EDL S 1%, RREMMOEWEGS G
ARAME 0 1045 nm & 930 nm ; AR : 590 nm & 550 nm) %ZfHlE LTHR31ITRT, ZD
£512, BRFRDVENIERINT A=K (Ly, Ly, l,) 72012525 GDD ¢ (fs?/mm) &
TOD ¢3 (fs?/mm) 1%, FLFEEIZL>TEDLS, TV X LKHEFEEE [, 1350100 mm FERE
THEESINE 720, 722 2, =400 mm & DHE, 2 DDHULNEERT GDD & 200-250
fs? < 5WZEALL, TOD 1% 400-1200 fs3 < 5WE(LT 2 Z b b, TDH, AZED
WENTRA =By, 1y ZFET DI LT ELMRIET 5, 3 DDHERD GDD & TOD
DI SRS OENERD 720, FEMNIX L, Z2EEL L, &1, 202Uz &, GDD
& TOD % [FRHZ E T B0 (I, ly) DIFAET B, FEBE, 28l ERIC A S BT QY fE
Gin(w) FRHTH D, HHUTIT S KRBEOLORE (I, 1;) = (0,0) DIE I AFRHEENED H
D, SEBBOHMEEDITNEDH D, I T, RIZHHT S PG-FROG iz &, /<
WADRRIEA R MV Ty(w) Z#Hiis 5 Z & T, DEMHEREDEIEZTT D,

3.3.3 PG FROG HIEIC & 28IF & M40

Polarization-gate frequency-resolved optical gating (PG FROG) [131, 132] &%, Y
Kerr ¥ ¥y & —ik [133] IZ X B 7OV ABEART MLVOWHSHAED Z & 2T, PG
FROG I DYeFRAREZ X 3.11 13K T, K311 D& 51T, ERMEL L 7272000
255 (5054, NOPA OVA) W, Kerr B8 (fGEA T A) #@ELUZBKRIZERL
Rt (7L y FIUVXL) CTHEINREEZHET S, 2212, {FHEITL
T 45° @A DMEAN T BIE OV A (5= - 2OV R) AT 5 Z LT, S Kerr 851 [77]
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K DB OV AREITKAE U 7R IT RO R G EE U S E S, TOEZITNIVAES
DIFFEEEL L, FEPELR LT 28E#Es 52 & CRESMI NS CfKerr & vy
R—), I5IT, EB/NILVAET = - 2NIVAD BN DIRIERFE % 25 2 72 hY & W40 L
G5 &N TANRY MVARUMITT 5, KEERTIEX, 77— b - 73VAIT Ti:Sapphire
BEME L — 3 — 5 5 215 U 72 Ul iR 800 nm, 7SV AWE 150 fs D75V A % W7z, Kerr B
BIZiE, FE 7NV AIZR R REMTEDERE G 2202002, @L< ADO/NS WAHEN T
A (JBEX 0.5 mm) 27z,

SHG-
FROG
J p

| ; 1 =g
Ermand =R U ot A
SM

G-T prism

NOPA pulse Quartz plate

Gate pulse | I

Spectrometer

N

U U
A\/2 plate =

[ 3.11: PG FROG #IE DR E, \/2 plate: 1/2 JEM, SM: BRE#H:, PM: ¥
B, L: LY X, G-T prism: 77 »-b ALY UENT, Quartz plate: 4594 7 AR (JEX
0.5 mm), MCPD: ¥)VF - Fx )b+ 74 b XA A=K, SHG FROG: 7))L A D 72
& (cf. 3.3.4 i),

[ 3.12(a),(b) 12, PG FROG HIE T 5 5 K4 U 72 7OV Z58E R <7 ML (PG-
FROG FL—2R) %&/7;7, K3.12(a) 17—V TEBPRFUEN OV AZRL, X3.12(b)
IZED GDD 2D (XU v Fv¥—TU7%) NIV A%KT, PG FROG F L —ADEKE
(FEEB W) TeORETB 7 74 V0 s, ©— T RIERHEZ 7Y AR K2 7 1
TAVITIZEORDB LT, NIVADRHELARY MLV Ty(w) 27T 5 Z N TE S,
ZUT, Ty(w) A7 bV EFLEEE w. DEHDHTTA 7 —RBELZA315TT7 17+
Y ITIE, BOEERE GDD ¢o(w.), TOD ¢3(w.) = EZFHMT 2 Z L AAHETH 5 2,

PG FROG MIFE I & b A Ef E2E 2 083 5 FIEEZ LA NIZE T, &, 7Y XA
[IRRHEE [, 238 Y fEICEE L, PG-FROG HIZEIZ X D NOPA /)L ZADREEIEA R Y b
T,(w) ZRE LT ERDHIET GDD & TOD O % §Hifis 2, WRIZ, L, (F721k1,) %2 EE
UTCl, (£721d1,) A U282 LA S, PG FROG JIE % 8 22 [ 80 0 & L, GDD
& TOD Dfii & 3§ %, RIZ, 1y &1 ICHLTGDD & TOD 271y bL, 7By b %
EMTT7 4T 14735, EROURIZE D YOEEICE TS 170 204738 %

272720, ZOAET GDD IXIEIFRECRETE S A, TOD M L2 EERFHET 2 Z 2 3L,
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WEL, HEIZLD GDD & TOD ZEBRMIZIETE S, ZHUz kb, 3.3.2 HinM G
BOBEZITS, 250LT, 3120 K5 REEDEE ST A =X (Ig,1,) IZXT %5 GDD
ETODMED~ Y THEons, ZNE R 5L, GDD & TOD % FIRHZ Y 129 % Fo 42
BLTE (L, Ly lg) ZHDZENTED, B U (I, ly) O ATBHHIFH I BOEALE A 72 1 UL, 1, D
il EY R EIGEOCE ST BERH D, /2, 2Oy THRSLEADHEIZT SO D%E
NI RA=RPOMB10, DEEHETSZ L HAEEICR 5, EBE, GDD IXIZIX52EEIZH]
WTBZENTEDILWMRTE, TOD IXZ D HIETHEEIZIHET 2 Z & 23 # L\
b, FIEHBZE L, 2Ok, SOVARIZE D bhrb L5127 =) TEBRER (Av = 25
THz D& & At =18 fs, A AR AvAt = 0.441 DEFE) T TOB L DILA D IX, #HIEL
ENZ < 2000 fs? FEED TOD OFSOWRENENH B, T2 THBMEICBEWT, 4K
U EDEIRDDENL ISV AL D NDFEEL, ZDART MVIETIHEEEHTE 5720
ERUBPo7z, Wt L, U EDOAETARERO HIWIE+3EKT 2 Z L2 FD
SHG-FROG IZ & % 7V ZEFAfi & b h B,

30 L L L L — L + . L L L L L 1.4
/ ‘ ' % 5801 (a) GDD = 0 fs2 \{ 1.2
: \ v E -
25 ] & : \ 2 | E 03
Q\V ‘ . % 35507 r 0.8;
' %Q N o c 062
\ ~N : \ B g 0
20\ ‘ g v 3520 t[loa g
L (a) L v g S
—~ \ : 6 \ w 0.2
E \ [4 D
. : -~ 490 4 . . . ; / 0.0
§ 151 7 : ‘ ‘ ‘ ‘ ‘ ‘
~ 2 5801 2 N
£ 2, Y = (b) GDD= - 800 fs 175 _
o AN ' / I 1.50 S
o \ = 3
10 Do (b) QA 7 5501 1.25 8
\ 0 >
' ‘ N 2 1.00 2
{ ' ‘ N o 0.75 &
\ .
5 [ \ ‘ S L Zs20 — g
\ 5 / J \ o 0.50 c
\ ' ‘ ' w O ( 0.25
' v / 490 | : YA : 1 Uo.oo
-0.20 -0.10 0.00 0.10 0.20 0.30

-2.0-1.5-1.0-0.5 0.0 0.5 1.0 1.5 2.0

Delay time (ps)
l, (mm)

X 3.12: 7 EH E2REE DELE ST A — & (1, 1) (T 20 HRBO <y TO—Fl (FEH
GDD(fs?), i : TOD(fs%)). I, EEIE L TWb, AD< v 7 EONE (a) & (b) (25t
3% PG-FROG b L —*,

3.3.4 SHG FROG BIFEIC & % /%)L R 1@ 5EAff

Second-harmonic-generation (SHG) FROG [132, 134] D% HdE % X 3.13 IZ/RF,
SHG FROG T, #iR7\WwOL A% 208U, BBO it LTRAIETERLLEHE 2 &
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I (SH) 2 i OMRIERE &2 Z X 2D S AT MUVARLTRINT 5, 25 LG50
7= SH JE BB IERFE D 2 kot SHG-FROG b L —Zh 6, AAHEE 7LV T XL [132]
EHWTHT 2 2L TH OOV AORM-ARBINT 250 S K OMHEETT %,
ARERTIE, E—LATY v I, AHUENOPA /L ZADEE, MEEDRY 7))L e — A
A 7Y v & (Thorlabs BP145B1) O A% i\ 7z, E#RAME NOPA 7L ZADEE, (K GDD
DE—LATY v & (Thorlabs UFBS5050) % Wy, K4 & ZEi# Y — A D5 H#E Pl T 5
O — L ZE—ME - EXORITELZ, AWz BBO#MDOEZIX20 um TH
h, ZTOLEDBBOMEHDAHHMARNEE LIZFHE L7 SHG MiAHEEAHI [135] X A# -
LARIMNRE ISV ADART MV EDBIEL B> T WD I LIZER Lz, 72, K313
IR U TWaRWA, B EELD 7212, JFBIE % EE 2 ¥ ¥ > LT SHG H A
M7a 7740 % ) TVRA LTHELURESEE T A —ROWFHAE LT 7=,

1 Pulse
BS

/ / Spectro-
N w meter

Variable delay

optical fiber
SH pulse
.. ﬂ\ ........... L4
Thin BBO crystal FQ
X 3.13: SHG FROG DW#liE, BS: ¥ —AAT ) v &, W: SEER, PM: YmE

#%, BBO i (JEX 20 um), F: 740V &%, Q: AHEHFTAV VA, ZTOMITEI T —,

SHG-FROG 7V 3V X L2 & 0 fif##fr 7z NOPA DOV ABRE - WAHIEE % (X 3.14
29, fEfTIZIE, Femtosoft Technologies #:® FROG3 Z W7z, ZD K512, wf - &
RO & £ IZOV A (FWHM) 1 20 fs BRTEARONT WS Z e AR S iz, /LA
BEHDOTZIZEHNENI T 4 TIETOD B> TWA I 2 RELTWEM (cf. X
3.9(b)), 7=V T EBBHRIGEVIEFICE S 2OV ARERELSNTWS, 250 T, £
BEOHLEETHWNO RBM 74/ v (A 108 fs) Zak—L ¥ MIp#E ST 5 DIz 4774
7OV A FEREINERR E vz,
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1.09" : : ‘ : +2.0 1.07 : ; ——1-8.0
(a) ol (b) A it

e e = °° -
~ o08fi T~ : | ® ~os o r7 g
2 : H F1.5 = = RN =
5 | . E 5 A 70 &
S 0.6 o 3 0.6 N °
5 | FWHM S e o & 5 FWHM _ @ > - 65 2
> . 223fs . s 3 225fs /0 s
2 0.44: = 2 04 —
2 : a a o
S : : S g . 6.0 5
= : . FO5 2 =3
£ o2y S ° E E o2 ; . . cs 5
: j o ~ g ° 2 R
H L ".' o
00 e M 00 0.0 mmminleet NS il 50
-80 -60 -40 -20 O 20 40 60 80 -80 -60 -40 -20 0 20 40 60 80
Time (fs) Time(fs)

B 3.14: SHG-FROG 7 VI XLz & T Nz (a) L7~ NOPA /LA L (b) A
NOPA )V A DRI & BREIRIALH o(t) (F#lD. THhZhD/ IV ADART RV (a)
3.7, 1030 nm Hky, (b) 556 nm HF/LNTH B,

3.4 HEJProbe/NJLR

Probe 7V AIZ1E, Tisapphire i L — % — (KR 800 nm) 243k L726 5 —F
DE—LD6, 774 THEMPCRESELAFEO AN IV AZ WS, AfEFEE
(white-light or supercontinuum generation [136]) OJFEHIL, FAMIZIZIFEEFIZH
I} % B AAIHZ A (self-phase modulation, SPM [77]) TH 5., SPM &%, FEREEEH %
28 % 7OV AN A B ORI I(¢) 1B U 7 JEfrR 22 (. Cf Kerr 15R) 12 X 54602 7
b o(t) = —kno (1)l TH Y, ZFOFER, 7OV ZDBERIEREL w(t) = de(t)/dt oc dI(t)/dt
POV AT TMAT L CTEALT 5 2 L TV ADARY MVIED S, 72720, FEBIH X
N5 (FHZ AT D) BARIRD ART ML &GS 5 720121%, RZZHEPCR (space-time
focusing) & YfE % (optical shock) 12 & % H AU (self-steeping) DZF5- 2 LD A, FEHR
B T D SVE 3B % B8 2 727V AERE 2 B R L 721 nid72 5 72\ 137, 138],

H /X)L A% Probe IZFHW2 Z & T, JRWHMH AT MUVRHE & &0 IR 23 iR 6E,
BVMEED ) A AL ANV ARIRHZERT S Z L A[REIC 2 5, BRI MEAE 1L, HLERI s
(>100-fs) ® 7 — V) TZHPRF OV A3 U ClE, Pump & Probe ORI 0D 28 2 AH B IE
EUTEHRIND [67,139], HEDE Probe 7V AL, HfI - BEHIZE 1) 5 H AN
B EBEEENBIZE D, KELFY—TL, SIVABIZENR>TWD, TDD, ZLHEHK
IR I FRAE IZ B 100fs FREE 1272 B, LA L, AR Probe 7SV A Z W24, ERl Ol
M RBEDE FIZZ Y TR\ [140, 141, 142], I b — L > MREEIE T, BEOBHAF—
LTI L DR ARY FIVERER D Probe DM AF — L% 2 256, HEH0IE
AR NVATRU L THEIR 7 4« VX 2T S 5354, Probe 03 F +—7 LT
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WTHIFIE 7 — Y TZHRA (~ 3-fs) D Probe RE D REER1F2 Z L DI TE 5 [142, 143]3,
L7273 > T, A Probe (2 & % Pump-Probe I 515 TS HEE] 252 257
51F, EEMIZ Pump 2NV ADKEIRE Z X TE\W, 72720, Pump B DO HIH DA E#HD
IS % WD RS % 81372 <, Pump & Probe 7$)L A AW 12 120 Bl A 7= g R R sk oD
TR Tt+oThHb, 2F0, HBEH Probe ZH\WA Ik —L v MREHIETIX, Pump
POVADEOIREIE— NOH L D+ ae—L Yy NI 74/ VERERTETHN
i, Probe 281753 —L v MREIOKRM D EEEITRHCRE & 72 572200,

ZNTH, HEN Probe DF ¥ —7 (GDD) 2#liiET 5 Z &1, Fv¥— 7T & B
OABE DR ENHEFES ZHH L2, RAE CREAMREZ W L3 E2 Z e fFT
&5, AEBRTIEZ, 48O RL A EIFEFIZE & D < BE I ELRERE (123] 12X 5
T, MEEEHMPEIZEWT Probe SVAD GDD %2 0 fs2 ¥ LTW3, ZDE X, @
H, TOD O#fHElX 900 fs® Kiicdh s, X512, FubiE 800 nm (HEDIRW G, Z
DEBIZBITHEMP~AZIZED Yy bEh5b,

3.5 Pump-Probe BERERRDERIE

ak— LY MREME S O Z RE T 5 720H121%, Pump & Probe 7L AD H\»
ZOREERBOF A (KX o) 2@BETRET I EVEETH L, TDRD, TV
Ya—X Tz h, 77— XTI N5 I ZREROBIER NS A —XDFEE%Z, ¥
B BIERF O R & G 20BN H 5, T I TIHEERMIZ, BED (ED, YK
7)) BIERFRENZ LT, ATEORIMENT A =2 % [R5 —VRERM] LA TXRT S
ZLITHERET 5, AEBRTIX, A7 —VBIERHE L BORBERMOFE N2 SfEETabYE
572017, 7 x L MOV AD PGS EIE [140] 2R U7z, & 512, R Probe
DR IRERIE % i 1IE 9 572012, PG FROG HllE (cf. 3.3.3 i) T k57— XffiiE%
o7z,

3.5.1 Pump-Probe A7 MNILFHHEEEE

@, Pump-Probe ERRIC 5\ TIHY T & P d 5 7113, JEGILES S F T O
HOREARAE S DML 707 7 4 VEMET 3 2 5%\, ULaL, [k Probe %
VB8 e, REAEEEIRIEECH 25 -0MaME RN, 22 TAERTE, B
SOV DB (2 <2 F V) T [140] £ IS L7 FE % AV 7=, O 2

3Probe Akt a L — L v MEIME S OO MRICEN TH 2HHIX, BoWRE T 2154, %45 Probe
AR OESEREGDE 2L, BASMHEZFORIEFEEIEELINTLES 2L H S (cf (8% B), H
UHEH T, Probe F+ — 7 ® Probe RS RFEN DB, HETRWE S o724, IREEM & B fif
REDHNPDEVTHRE S,
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HDART SV TFBEDOFBZ RIZHHT 2 LU FDO LBV TH S, KEIZHEN 7z 2
DDT7 L MV AZBEBEIEZL E, MEPEWVICKMMEE TER > TWRWEAET
H, DHBITBITDMEAEN LD SV RERIED B 728, ART MV T FEAE Z
% [140], 2 DORMAFOEREGDLEIC L D REFEEIZE T 52 KO — M2 EUIES
£, 2O0RMED/ OVAEOEREDEIT & 0 JEIREREIR C KR 21 5% I U 72 F
HIOFBREAIEL B, Lo T, FBREDEINS 2 DD/ )V A DBRERHE DN H % 155
Z N TES, Pump-Probe EBRIZBWTARY MV TFHEHIET 5720121%, X 3.15(a)
D & S IZFRMLE THGEL U 72 Pump YD —#% Probe ¥ — A D A ANZEIFIE LW [144], Z
D & 5 7Bl & T Pump-Probe OEIERFM & 25 2 22535 Tl &2 JE 3 5 Hik%z, ZZ Tk
[Pump-Probe A7 MVFHHHBEE] EFFERZ 2127 5,

(a) (b) sample
Probe

Delay i
t W
>a9¢ cattering PUMp T

7_stage —

-
FS plate FS-cell window

3.15: (a) AN T AT & B Pump-Probe T#AHEAHIE & (b) ikt D Pump-Probe I
TE DA,

T = BIENT DT DIZ, BAFIZARY MV FEEOHGER 2R d 5, SVEEUIZEWT,
Pump, Probe ®/\V)VAELGZFNE N

Epu(t) = Epu(t) e, (3.26)
Epr(t) = Epe(t — 7) e et (3.27)

EEL, ZIT Epupe(t) IFBEIGTUIEIR, woupr 1EF ¥ U THLABE, 713 (HO) EE
R TH O, Pump NIV ADE — 72 HOEBEKHEMN T = 0895, ZOLE,
Eou(t) 7 =V TZHUE By (w) = FlEpu(t)] = Epu(w — wpu), Epe(t) D7 — 1 TZHIZ
Epr (W) = FlEp(t)] = Epr(w — wpr) 0™ & EIF B, 22T E(W) = FIEW)] TH B, LT
Mo T, Pump BRELED 8 (a £5) & Probe Yoz FFEHHERTCa — LV MZEREDLYE
TZRRIE AR T N VI,

iwpr T 2

I(w) o ‘agpu(w — Wpu) + gpr(w — Wpr) €

~ Ipr(w) ++2aRe {ggu(w — wpu)Epr(w — wpr) } cos(wT) (3.29)
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Y#I D, ZITRED, n(w) = [Epn(w—wp)|® &L, BAT 2 Punp HEILOZE I3/
TV (a<kl) & LTERLE, 2DEIIT, BEREDINZEEARY ML [(w) 1, Probe
ART MV [(w) EFHEHOMTH Y, ZOFHBEIZ ! (Hz) OFMTHIREIL, Pump &
Probe AR NUDEL D ANRY NVEEIETOAEL B Z 2B bnb, Lh->T, Al
BB [(w) 27—V TAWT 5 2 L TRERRH r 285505,

X 3.16 12, DA EDOFEEIZENT Pump-Probe AR ML FHREIZ & 0 FifH¥ 1 2 iE
U7zfER 2 Rd, AFEBRTI, X3.15(a) D& 52, THHEE R BIERROAD D IZFOW
AN T ANEENTIT>72, TOHEIE, REBRTHWZ0BERR DS, Pump
SO ERELET TR LR O RIE GRR L OBEEDENPREF DD > h & LIzEE -
A S ERY) ICXVEFHUTCALETHD-OTH D, NEINE L, FEERO AN
TAERMS LT, WEULPBLTFEBFEME SN, RITORENIRES 5, RHHIED
DI ATES T AIICEEMZ ZBEOBERMO TN E LT 2OITE, M3150%5
(Z Pump & Probe % WFFHZRELEIIC U, LV BFRONIREZ Ehld X I v, X 3.16(a)
i%, Pump SEART MU Iy(w) o [Epu(w — wpn)|? GREEHR) & T L 72 Probe HJE 2~
7RV I(w) () 2RLTWS, ERUAEE ST, TE#E Lu(w) £ E%5 22 b
AR CBLAY, AT — VIRBIER Tgage 78 0.3 ps DHE L 0.6 ps DHETIE, 01ZHEWS
DT EREOFBEBEINEL > TWB Z AR THINDG, ZOTHHE 7 —) TE&HL
THRE AR MV 3.16(b) TH D, ¥— 7 RIZTHEMORHOWE r 2%, 20
=R r 27474 VIR DIRD, Typage TN LTTOY M T3 L, K3.16(c) D&
SITHEMUIED Z e 0ndt, 2070y PEEMR T = ATgage + BT74v b2 L
T, UFOMEB»SEDORMEE 7 = 012815 Tyage DWEHEiTE 5, ¥ 3.16(c) DFER
&, B=03fTHYH, AT —YDBIERHE gage PRI IC I CBIEZINTWVWS Z
L TW5,

3.5.2 L1 Probe DOEHEEDE DT — Y 1E

PLEDHEIZEL D, Pump KD wpy, 84 & Probe D w = wpy 5 D &\ 72 DL
DE—HLTWB EALES, LAL, AW Probe 7NV AK, 3.4 Hi Tk N7 IET
HIEFDERIZBWT GDD 2€¥RBIZLTWAA, TOD LA EORERIES A > T\ 5
ZZ T, AEBRTIZE Probe #i&Tak — L > MEEIOFXAZ e 57212, PG
FROG #I5€ (cf. 3.3.3 ffii) 12 & D Probe %@ﬁii@kx&& MV Ty(w) % FEERAIZFEAR L,
Z D Ty(w) Z2{# > TEARID Pump-Probe fIER&IZT — XfilEZ1T o7z, AR TZDFHZ
9. £9, X 3.15(a) DELEIZE VT, Probe YD PG FROG HIE % 1T\ T, (w) % 3
5% (¥3.17, data), [X3.15(b) DEEIZH W THKEH T AL DERRID Pump-Probe

4 3.16(c) D ¥ — 7B DMAERII/NE S TRAIZ WA, 74 T4 > 2% (BERSE) 13@% 2 fs 72
ETHb,




3.5. PUMP-PROBE L R [H i s DL IE 47
. . I 1.0 . (c) 1.0 . +
(a) Tstage = 0.3 DS (b) " Tstage = 0.3 ps True time zero: -0.3|fs
0.41 * Slope: 1.0043 |
- | !
- Probe+Pump scattering 2 0.5 ,’ ' » 0.5 :
. I
502 ) 2 L & |
5 “bump Fry T g |
.7 Pump = | ‘
2 0.0kL=x w ML w go.o ™ v 5 0.0l ___ Vi
g Tstage = 0.6 ps E 3 Tstage = 0.6 ps t :
3 0.4 - e ~ |
£ MMWMWWMMW\\\/ E ! © |
0.5 - P -o.5 !
0.2 N L |
. ~ P !
0.0b=2" R 0 Lt S N ‘ -1.0 : 1 :
480 500 520 540 560 580 0.2 0.4 0.6 0.8 1.0 -1.0 -0.5 0.0 0.5 1.0
Frequency (THz) Time (ps) Tstage (PS)

3.16: Pump-Probe A7 bV FEHHBEEIC & 2 BIERFOWIE, (a) [AT—Y DEIE
] Totage 28 0.3 ps £ 0.6 ps DE ED AT MVFHEHEE (b) TD 7 — ) T4 (FT),
(¢) Tstage I2XT 2 (b) DY —ZIE (HOBIERE 7)o Tspage DI T =0 £ 785 Tiage D
iz K9,

MWEZ1T-> 72856, AEHNZ AT % Probe Xld VDR Z @M T 5 & EITHEEZIT TV
5, TDH, BVOMELES P oRBZIEET BTN SHEEZFFL (cf. 3.3.2
i), WIE U7 Ty(w) 2EIET S (X3.17, corected) s T DEE, Pump HFLKE M\, 128
WTHBE OB TW0 5 EdBt 570, T,(\) = 0 LT3 2 L1018 T 5, <
2T, Pump & Probe 6D Ay, K53 DREEBED THIE, BHOFELWHBELERET S
BEIZ3BETE 5,

0.06 ! ! ! ! 0.06 . .
(a) — corrected — corrected
_ 0.05 | \ta 0.05 - I I data
0 m
2 0.041 2 0.041
> >
© 0.03 © 0.03- =
. g .
2z =
a 0.024% a 0.02 -
> S L
8 0.01 © 0.011 YA;**
0.00 © 000/ ol
-0.01 T - - ; T T —-0.01 L : - T T
900 950 1000 1050 1100 1150 1200 520 540 560 580 600 620

wavelength (nm)

wavelength (nm)

3.17: PG FROG M TFHilli U 7z Probe #HEIEA X7 MV Ty(N) EAHEHN T A IVE
(& 1.3 mm) OFEHHIEZ U7z Ty(A) (520 Pump HUDEE Ay, = 1046 nm & 580

nm D5

AN
Ho
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3.6 EREBDF EHEEREH

PAibz g T, M3.18IZFREERARDEAB 273, SHIED Kerr L > XE— FEH
(KLM) Ti:sapphire &> L — & ( Tsunami, Spectra-Physics 18 ; HEE 800 nm, T3/l
¥— ~ 1 nJ/pulse) 26 F ¥ —7 OV ZElE (CPA) FiZESgIES: (Spitfire, Spectra-Physics
FEEL) 12 K o TR U 7z HpDE R 800 nm, 7OV AR 150 fs, # 0 R U RS 1 kHz, 1%L
AHEVDIFINF—1mI]DL—F—sOLATHY, TIN5 3 2O —LIZHELT
Pump 7SV A (cf. 3.2fi) &Y Kerr 77— b - 7L Z, Probe 7NV A (cf. 3.4 i) 12U 7=,
AW TH 72 IZFAFE U 729 R AT Pump 7V A (NOPA) & % @D /)V A [E#i#k (compressor)
DEEVEREZLANIZE DD ¢

Ti:sapphire
Regen. amp. SHG FROG
1-kHz
synchronous

800 nm, 150 fs, 1 mj/pulse, 1 kHz Mechanical detection system
1 chopper

e NOPA |_> compressor | Pump
Gate pulse A Pumpo-rProbe
PG FROG

. . Automated
White-light Af-grating

compressor

Probe

generation

3.18: 7 = A MR YERERILE DRI,

#7=ICFFE L 7= Pump /NL R

o R ZAHIPH « WK (500-650 nm), ITARAMEK (900-1200 nm)

o NV RIE : 20-40 THz (ARZ MVIZIFIEH 7 AR

Hol

o VOLAME : > 20fs
o TX)L¥—:<0.8 uJ/pulse

FRE, AHEH T AR CEEE 0.5 mm) 2 ANz EHE (6,5)-SWNT 280K 12k
$ 2% 7 = b Pump-Probe i@ERINAHTH 5, HMiiRIZ, bhbhd sV — 7T
B U 72 1-kHz AR R [117) TH 5, 1-kHz R ERIZEICHHEE (Hamamatsu
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Photonics #18) L ETFWE DIV F + F ¥ #)L InGaAs 7 #+ b X1 F— F (Hamamatsu

Photonics t:#, MCPD) & & A /D Z8#: R — K (National Instruments 1%, NI-6251) &

Ti:sapphire FH IR F5 2 FHT 2 72O DEIARIE? SR I NS, 1-kHz DD IEL

JAPEED Pump 7V A%, BT vy X —% 500 Hz (£ 721 250 Hz) THIMT 222 T

Jilke (on) FEHIE (off) DEE % R HIZHIET 5, Pump-ON, OFF D54 D%t Probe 58

JEART NV T w, 1), TM(w) 2> T, BERE(LART MV,
AT To%(w, 1) — T (W)

—(w,7) =

= o) (3.30)

TEEIND, TIT, 7ldPump-Probe BIERHTH O, WLEIEHKZEL CEMEEH
AT — Y (Y728, TSDM(GS)) 2ffioCTa v ¥a—XHllid s, 5L WHIES
B TOEB Y TH S,

Sample or
FS plate -

_v_
Spectrometer
and MCPD

3.19: 7 = & b Pump-Probe @RI EHIE & PG FROG #IZE £ Pump-Probe A
R MV EHBEHIE ORLERK, FS plate: 454 T A, SM: ERmigH, PM: BWmiss,
MCPD: YV F - Fy¥ )b - 74 bXAF— R,

Pump-Probe @& RN 5 S DRI E F 4

e Pump Y% 1 2-4 x 10' photons/cm? /pulse (AIF, TR & £12)

Pump-Probe O} A1 @ BT EAT

BRIMEEE : 047 nm (WAUE) , 1.4 nm GEARIMNR)

Probe I EHk : 517 - 639 nm (AJ#3K) , 866 - 1230 nm (I RAM®)

o [EEFEA : 1 BRI D72 Y Pump-Probe 1 Xk 5000 [A] LA |

o FELIFIAT v 7 110 fs



50 3. 7 MOLEE
e Probe 3/ 14 AL ~JL : AOD ~ 107°2-10~4
o MR : =i (25 +1°C)

22T, EHEZEAAOD X, EHKRE|AT/T &,

AT

CWOERIZH B, £72, BIUREZAL Aa = o — oo 1F,
Aa-1=1n10- AOD ~ —~AT/T (AT/T < 1) (3.32)

ThHbd, TITUHIARTOREETH 5, MIPREZE y(w) B L ORHHBIBE & DRI
B A 22,



4

RBM KR DMREEFE — [LmiE
Probe BB EBURFE

ARETIX, RETHETZ Pump 1249 % RBM R OWIAMAHDIRE 2 E W2/ 5
7212, RBM R OMHERE REEH L AT/TE50OMR) 2T 5, TD7HIT,
Pump Y/ ADEMIZ & 572\, Tk —L > b RBM #REI{E 5 DA% Probe J& AU«
M (B Ta 77 1000) ITHEAZN TS, SIMOIEFEAFIGEIZE & D < Pump-Probe
EEDETIVEHEZITV, METO 77 VICE L TERBER L T 5, 20O, B
WA LRI BT B -2 AR TS ET, By iR IRED S OFE R EfED
R DTF G- T DR RIT DWW TS 5.

4.1 EERER

4.1.1 BEQMEAT/T AR ML ERBTOBMI1FIIR

BANZ, A —L Y b7/ VIZEBESEHEmT DTS, TTIZEZBDMELDH S
AT OBH LA F I 7 A2 RT3, M41(a), 42(a) &, TNEN Eyy, Exn E¥%
S D 4 D DR B EIEE 7 125 1) 2 EERE AT /T (w,7) ARZ MLV TH S,
Ei1, Exn e iz, AT IV F—I2BVWTEBRDOHK (AT > 0) 2R7,
Z DR (Photo-bleaching, PB) /N> FIZX LT 0.1 eV IFEEKT RV F—lIc> 7 ML
T, BE#HEOFD (AT > 0) 2R T IEWHEAEEEIN (Photo-induced absorption, PA) /¥
FABIN G, PB/NY NiE, FHRRFED SR &K OIRE FiREMEA L TwWs L%
#79, ZODOHRIX Phase-space filling [39] IZ & o TEiHZ 115 [40, 145, 41], Phase-space
filling & 1%, B T2 KT 2E L EAICIEZo < AT 0PIz L, JEERD
Tuy 7INEILILLBMBETHD, —FH, PANYRIE, BETOZERGIZE VT,
Sl 7B DFRIEIAA D PRI AN F DV T MR EDARY MVELIZ LB e EZ S
15 [145], DA, Z®D PA /NY R 743 F (Biexciton) (T F )L ¥ — 100-130
meV) [146, 147) DIEHKIZ L 2 PAESHEL - TWAAEENELH S, MAT, 1.07TeV H

o1
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Z0IZE M)A Y (BB B EEE - EAL- IEE‘LO)BM@I@%@H( , T XL F—
190 meV) [148, 147 DEHKIZ &L 5 PA G5 MR I N5,

B 4.1(b), 4.2(b) IZ, E11, B FIGFEAD 3 5D Probe A w (2B 5 AT /T (w, 1)
DRFEIZALE R T, Y 0 AL ORI TIX, IS Pump-Probe {5512 8 1) 2 il 1
b — LV VY RAEFBIZE T 2 REMMEEROFENENTWS, ZOEFEFFae—L b
T4/ VDEAF IV A%ERTEDTIER, Pump HIEED AT/T(w, 7) DFRFFZAL
&, BT DMK A F I 7 ZA%RL, 1 DOBBEKTIET 1v b TELRWEHE kinetics
RS, IEFOEHMEAAF Iy ZICBELTET TIZEHOMELD D, KEROFERE
FeATHIZE & EMERNZ —E L T\WB, EARMIZ, Eij-Pump/Ej1-Probe D54 D 1 D%
fE, RKE<22DBBEIZHIToND, (1) VIO @R (REEE 0.5-3 ps) OFEM I, it
Tl 75 H & (Exciton-Exciton annihilation, EEA) [149, 150, 151, 152, 153, 154] (Z &
BENd, EEA X2 DO 257 % Auger BMOEZHETH Y, 1 DDOEFIELR
(e 1) PEMEELTTALF—%23 5 ~HOBFEAFIZGA THVWI AL T —DET
EAAPRREBICHIE ST 5, 2D XD 7% Auger FRIZ KD HHF v U 7AVER IS [148],
HEHF ¥ U 7OEEIZ YA VDO PARENSHEREI N (147, ZOERTHHER I ATY

%, (2) RFEEL 30-50 ps FRE DR, 1l FRERIDBRFIZY 720, KD 7 + hL I
Fv v A (PL) EER [46, 47) THUS NEEM XA F I 7 ZTHIRT 5, TOEETIE
FAER S N 72 AR F-EF A D  bright” F1p I 1 & 5 meV NIZIEET D A28 D7 dark”
il 7 & D \NZTHHDBEMALAE Z B [46, 47, 48, 49], HFEM72 bright /dark E1;
JihS DB, BIERRT 7 12 xF LT 704 iz fEw, 1IRGCRIZE T BB HIR X vz
FHAEAORSENERT 48], ZOBRBETIX, Ml /R & OAMYTERIZ & % HEiEHHE
DX TH B [47, 155,

—7i, FEg-Pump/FE2-Probe D#, LiRdD By iEDEE L IFEL Y, WIHHOMEE
HOREM (FE < 300 fs) RSN D, Z D kinetics 1% Eop I 75 FTD Epy i
TADOY TNy R Z KLU TW5 [68], ZDEHMAN=ZALIE, KROT 4/ V%
7t U 7= G BGES & O Dark Fyy &+~ OEIEAEN TH 5 L EZX SN TWD [156, 157,
By B FA~EERIL 7288, FET7 4/ v L OMEMERHIIZ & 0Ny RN &R L B
T3, TOMEE, B BiEFOBNXA FI27 A%, By iliEoEs e eiicidZb s
5785,

¥ 4.1(a) DF =X T, (6,5)-F11 £EDT ST 1.23 eV IZBWT (7,3)-En R FIZ L 2E56EL
TWAIZeD, oI —L Y MREGSOB» 6N 5, ZOFEKRTIE, HB22ETRUZAREFD
FETEELEZBODOT—REN, EILb & V)Q\b%@%#‘%é%@%ﬁﬁﬁ L7728 Th b,
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(@) o0.10 ‘ ‘ ‘ ‘
Ell-Pump-Ell-PFObe - 0'5 ps
— 2.0ps
o — 4.0 ps
& 0-05¢ — 8.0 ps]|
<
0.00
1.1 1.2 1.3 1.4
Probe photon energy (eV)
(b) 1o — 1.22eV (1016 nm)|
! — 1.25eV (992 nm)
5 — 1.30 eV (954 nm)
L‘i 0.5
&
z
0.0
0 1 2 3 4
Delay time (ps)
(c) 6 ‘
Probe
= — 1.31 eV (950 nm)
g — 1.27 eV (980 nm)
py AJ — 1.23eV (1010 nm) |
s
b MMMMN\_—,.,__\_,M.\_A__M\__‘_‘—_
0
C
L2
£
'_
L
; i

200 300 400 500 600
Vibrational frequency (cm™)

4.1: @mHE (6,5)-SWNT 8D Eyy H£IGE30 T Pump-Probe U7z AT/T(w, 1) 15
Fo (a) BIRDBIERFE 7 T DART bV & (b) 725 Probe R w ZT&DXAF 37
A, BEO (o) WEEH D7 — V) TEREART b, FIEEMFITEITOEE D : Pump
DR 1033 nm (1.20 eV), A2 hUIE 28 THz (0.12 eV), 7SIV AIE 23 fs, K15
~ 2 x 10'% photons/cm? /pulse (0.27 p1J /pulse).
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(a) | | | |
5 | E22-Pump-E;,-Probe — 0.5ps|
o
—
Z
&
S
<
2.0 2.1 2.2 2.3
(b) Probe photon energy (eV)
1o — 2.07 eV (600 nm) [
5 — 2.14 eV (580 nm)
© 0.5 — 2.21eV (560 nm) |
Q \
& l
i o0 : w
0 1 2 3 4
Delay time (ps)
() 4 ‘
Probe
) — 2.07 eV (600 nm)
E — 2.14 eV (580 nm)
g — 2.21 eV (560 nm)
&
Py
I
[
2
k=
l_
(1
0

200 300 400 500 600

Vibrational frequency (cm™1)
4.2: EME (6,5)-SWNT 2 HIKD Foo HIGJE LT Pump-Probe U7z AT/T(w,7) 18
Fo (a) BARLEBER 7 T DART ML & (b) B2 D Probe iR w T DXAF 37
A, BLO (o) IREEH DT — Y THREART bL, JERMEIIITFOEE D : Pump

DR 556 nm (2.23 eV), A7 MUIE 39 THz (0.16 eV), 7SV AME 23 fs, HTEE
~ 2 x 10'® photons/cm? /pulse (0.4 1J /pulse).
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4.1.2 db—L Y MRBMIREESOHRETOT7 7141

ERD AT/T(w, 7) DIEMZ A F I 2 A0 B S 0B HUNREI DA, Je—L
YEFRBM 7%/ VIZKBEFEETH D, H4.1(c), 4.2(c) 1T AT/T(w, ) DIRE K7 D
7=V THEANRT MVERT, 2T, REIHD Z Y 572012 Savitzky-Golay 7 «
VR 158] Wz, ZAUT & D EHEARER % € TV IS UM IR B B4 & &V S/N
TRHHRISHE T2 2D TEL, IREFREARY MLOVY— 27 FLDAEL, Ei & FExe
512309 cm ' TH Y, (6,5)-SWNT DIk —L > b RBMIREAEHIE N TWE Z &N
MR T & %5, RBM #RENEOMHEILE DB & O van der Waals A EAEFIZ & > TH em ™!
BREZT 5720 [159], MOWE [61,104] LD 1 cm~! < SWVOEWIFERBEIOE LR
THEEZOND, HITBRZEDIT By Wi T & By T OHIOEM X1 F I 7 X
FRELZERED, U—LVUYEHBTT7 4y T4 YUY — 2R (FWHM) I, By
¥ By 6122y =3ecm ' CRILTH O, [MAHBEMEEIZLTT, =36ps THb, ZD
KRNI, DB A 5 ) F 1 D Fop IZXT BEATHIZ [72] £ —BL TW5,

AFETIE, RBM EROMHEREZ KBS 5 AT /T (w, 7) DHEIE S D Probe JEIHEE w
RAFME 2 1M S T3, URT, MRETHiONER &9 2 HlEEER H#PE T EaMb L 7=
RBM KR DR 70 7 7 1 VDM FE% E1-Pump/E11-Probe D546 TR, H4.3(a)
1&, Probe A7 MVIMEL 72 AT /T (w, 7) IREN 5> DL R EIFIP] 7 =0.3-3.0 ps & 2 {KJG
Tay hUZEDTH D, X4.3(b) 1%, YT Z RO 7212 R AT R R 7 =0.3-10
ps D AT/T(w, ) IRENK 7 % & Probe A w T&127 — ) ZZH U 7ZRIEA X7 ML T
Hb, ZOPSHHSHIZ, 309 cm™ ! 1B D 7 — Y THRIEIZ Probe JEBEMATIED B
5Zebnrd, K4.3(d) 1%, 309 cm™IZBIT B 7=V TRIES X ONiFH % Probe
BolzdLTt7ay b0 TH5 3, Zwk RBMIRENE S OHRIE 2 MO THE 7O
T7AI] LR, RIET 0T 7 A VIE By ERMHETT v TERFS, fHTe T 710
3% Z T 7 radian KEEL TW5, T4 o ORI, IRENKD OB R HHIFH 3.0-3.3 ps D
#iPHZ PR L 72 B 4.3(c) I2BWT, By £GMHEZ BRI LT CERESORFSPRIEEL T
WBZEITRIGLTWS, 25 LRI, SBIT5E [61] 128 WT Ey-Pump/ Egg-Probe
DFETTTICRHINTWSED L ERMIZA L TH 5, RETTHRINIZERT 20, 2
5 U72F5 i RBM R 7RIS T 2 L ¥ — 2 BRI ER L Wb 22 2 RT, £
DFER, EVERNIZIXIRIE 70 7 7 A VIR A X2 VD 1 B OO AE I W IRIZ
mBHEHBELTEY, £Z2AT, K4.3(b)IZBWVT 330 cm ™ IZE/NX WEABKDREED B
D, ZOERRIEDT 1 7131.23 eV IZMET S Z &0 5b, By HIGT R ILF— (1.23

2B, FMECCH L TRITA, BIEIRRE, FEM, ETIAVF—0H\\ETHEBRET D,

32T, fifHiE ¢(w,v) = arctan 2(Im F {AT/T(w, 7)}, Re Fr {AT/T(w,7)}) LEHELTWVB, F, i
BIERE 7 BT A 7 =) 2B HAERL, v IZTNCHIGT AIREIEERT, T =0.3 ps BIFEDO T —RITHL

T7 =) I A MET>TWA o, KL TIZE 200 WA ~NEHIET 572812, 0.3 ps 55 OAifH
F 7%y b 21 x vrpm X 0.3 ps ZHIEL TW5, FHAMMIZ D WTIZE 5 BT L <&Emd %,
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eV) & RBM fREI (330 cm™1) OflAADLEICE LD, SCHME [113] 225, ZDfEFSD
RLJR I (7,3)-SWNT @ RBM R & FE I N5, K4.3(e) 12 (7,3)-RBM Ot a7 7 1
V& Tay ks U7z, Eg-Pump/FEa-Probe D4 THRBEDMITIZE D, (6,5)-RBM O
W77 74V 44D X512/ E5NS,

LED X 51218 5 B LIS Probe Yl L A H 70 7 7 1 Vi, i TRz & 512,
HIGI—L Y T4/ VK (72, 11 I8 TR 7Ta 7 7L iFbDTH S Z LI
FERELUTEL, E7a 7 7 A VEIRINANRY MLvo 1 B ORIRE R T [72, 11, 108],
LU, [A—® Pump-Probe 7SV AD LA DKGFHER L HIZEETNE2DIZHL,
717 7 A IV IE—E DM TIE S N IREN R A 72 5 Probe YO B EUS 7 % 2
AT HEH5TE2ET, TDRD, RHTE 7 7 1 VIR HRBIY R O HEFE 2 KL
TW3,

X 4.51Z, (6,5)-RBM OfiE (M) 707 740 LEHIRINARZ MLE 1B L
THMEZE & o 7= RIRZ KT 5, ZITHED 7B 7 7 A IVOERKEE 1IZHKEL TW
%, WHEDIRIZEND, BATD 2 £UZBE L TR TR SND, (1) Bl W5 IRIE
a7 7 AN, EHEBINARZ PO 1 EMATIRE D 70— R ThH 5, KT Eip-Probe
DGETIENONREETH S, £z, Foy-Probe DHGETEH, KT RIVF—HDEH D M
XTI K E WMEAD D B, (2) BTN DHRIE T T 7 7 A ILVDT 1v ThiE I, EHIK
WARZ MVDBATEIRDZ N (= HPIA R PILDOY =2 £7E) 55 1-10 meV FEE
7 FUTW5, KT Eyi-Probe D54, WL (X VF —fllAD) 70— 7 FA
51, Exp-Probe D6, #HTD (RZALF—Ml~d) Ly R¥T7 MR 6N5, B
O ERIE, RS Pump FUNERIZIZ X 2EBRTH MR I Nz,

Ml (i) 7v 7 7400 (M4.3(de), X 4.4(b)) &, 0 Probe IZBWT m 2169
% Z LIF T TITHRARZD, HIGEASHENS & /2 AT 2R R Iz, Z ORI,
Bl 4.3(a) D2RIG7H Y MZBEWT AT/T(w, 1) ZIHNZ =V DBRDITHNT VWS Z &1
WL TW5B, DF D, Probe oA~ MVOIEILIGE 5 DRI R D &5 31 2 2541,
A3 LT /2 ORI BN T WS Z L 2EKT 5, Z ORI, BINARZ L
DEFZ T TIEERMAT 22 LI TERY, RERS, ELEITHNE, AT/T(w,7)FE
IZ Probe FFEBUZ b 6T —FIZAFTAIND 20, MMl Tv 7 74 01%, HIGITBITS
T REERE, 75y MaBRIZRBETENSTH B 4, LITHI% [61] T, ko &
SIS D TAadr o7z, TOX DM (M) a7 7AWz E T 5 n/2 AitHiE
NORHIL, JEHE Probe 7OV Z DX 0 2 MET 2 Fhi E (of. 35f) 21752 & T
FH TS NI o7,

PAE D FERAE R IE Pump DB wpn =1.20 eV (1033 nm) OEETH o7z, X 4.6

4722 Z1% [160] D Fig.9(b) 22, Z OMERAVIIZETI% Pump-Probe 155 % INA R 7 N L OO
T ->TW5,
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(a) ‘ ‘ ‘ ‘ ‘ X107 x10°
1.4071 i 16
2 135/ . oo 14~
) 5 5
Ny )
S130] l f 'l'“ ‘ N R 125
o 3.0 ¢ [J]
c c 1.0
9] 1.2571*’441 M)‘ y‘\ M ' ) ‘ M ih I, 15 S 3
5 bl > g 08 =
- | [ o o
% 1.20 : ‘ “ 0.0 S 06 £
o 1.151 l ‘ Lt 5 041
S 3.0 £
& 1.10] s 45O 0.2
459
1.05 41 ‘ © .01 0.0
3 08 13 18 23 28 260 280 300 320 340
Delay time (ps) Vibrational frequency [em™
%1074
(© Lol 3.2 (d) 1o 308.8 cm! 1o
=" s A =
> 2.4 g (6,5)-RBM + e
9135 t < 1.5 /‘ ki K =
> 16 ) sy 0.5
g 1.30 . | [to.8 € E N .
1.25 'y WT g FLo4 : 2
g ) 0.0 8. % gl o
g 1.20 ‘ s E F s
2 ‘% o o 0.5
S ' v} =
o 115 -1.6 > -
g _ ] i
21.10 2.4 0
o = 1.051.101.151.201.25 1.30 1.35 1. 40
1.05 4 : 1 -3.2 8 Probe photon energy (eV)
3 3.1 3.2 3.3
Delay time [ps] (e) <10-2 330.1 em-1 Lo
- +
o AR
) : +.10.5
T 4 ¥ \ -
= Fio ®
g‘ 31+ < \- 0.0 g
. :
Sl H \ 2
- & ‘. o
TR P2 Lo ——0.5
14 i x.\vﬁ n
"
i Mm “10

1.051.101.151.201.251.301.351.40
Probe photon energy (eV)

¥ 4.3: E1y-Pump/E;;-Probe D& D AT /T (w, 7) #REIE 4> @ Probe A KA, (a)
BEIERFE 7 =0.3-3.0 ps DHIPHD Probe A7 MVAMRL 72 AT/T(w, 7) IREIEL ST D 2 ¥Rt
< 7, (b) Probe A I & D AT /T (w, 7) BT D 7 — V) THRIFEA R T SV D 2 1KIT
< v 7, (¢) 7=0.3-3.0 ps DHEIFHD AT /T (w, ) B/ D 2 R7E~ v 7, (d) (6,5)-RBM
#%E (309 cm~1) & (e) (7,3)-RBM #zE) (330 cm~ 1) I2B1F 57—V TiRiE (ko) BXO
fitl (F+) @ Probe EBEEBUHAN (Mt 7w 7 7 1)),
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(b) 309.5cm ™! 10
— + -\.
0.14 5 1.2 Lo,
- © w . N .
0123 — L0 WWM ’ 0.5 5
s 3 o P . @
0109 208 S S =
T = e . 0.0 e
w52 B o e oy
oosc_gl c .o * 2
e o4 N . ng““mw +h S_
0.04 o o mm% it —0.51C
[ b .
, 0.2 "
0.0 ‘*‘T‘"‘?“"'"
0.00 0.0 : -1.0
260 280 300 320 340 2.0 2.1 2.2 2.3

Vibrational frequency [cm™!]

Probe wavelength (nm)

4.4: Eogg-Pump/E9o-Probe DIGE D AT /T (w, ) HREIFK 43 D Probe A EMKIFNE, (a)
Probe JHEE Z & D AT/T(w, 7) IREIEK /3 D 7 — V) THRIFA X2 b b, (b) (6,5)-RBM #i&
309 cm HIZBIFD (Fro) BLURM (H+) D Probe ABEEHAN (it 7w 7 7

1)),

® Exper. _"_
~ —— Derivative of El 1 -
S absorption =
& lineshape ¢ &
(] ()
E 0.54 g
= =
£ £
<< < ..
0.0- 0.0-

4.5: Ey1-Pump/E11-Probe, Ea-Pump/FEao-Probe (2 & %5 RBM(309 cm ™) DRl (f

1.2 1.3
Probe photon energy (eV)

1.1

1.4

21 22 23
Probe photon energy (eV)

2.0

2.4

) 777400 (Fo) LEEBRINART MLD 1 B Ol (FRER) & DL,
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iZ, (6,5)-E1n RO E T 3L F — ] (wpy =1.33 eV) LI (1.25 eV), (KT 3 )LF —f]
(wpu =1.20 eV) Zf> THIHE U 7256 OEEFER 2R, ZI T3 20GEOHKIET R T 7
ANV AWw) FEZ AV —fllOE =228V THBR/AL THRLTWD, 320D Pump /3
VAL, ARZ NVIE (FWHM) 288 &% 0.1eV T, KFEELRBETHS T2
AR PIVIER 55 25 H) . Aw) 1E, wpy = 1.33 eV 25 wpy = 1.20 eV ANTFD5 &K
IANVF—IOWARE SN D, BIRPZ 2V F —HALE I IXEED RN, 2D en
5, Aw) 787 7 A VOIERIZE W TR weg DAY —IRD D DRBIIEETHRND
& [61] BERTE 5,

1.0 -
1.0+
=
= R
S o
© o
— 0.5} &
3 g .
< 3 i
= + + 1.20 eV
© —0.5¢ g%
1.25 eV X %W&*
© 1.33eV . X
] ‘ ‘ ‘ ‘ -1.0 s ‘ ‘ e #
0.0 1.1 1.2 1.3 1.4 1.1 1.2 1.3 1.4
Probe photon energy w (eV) Probe photon energy w (eV)

4.6: Pump HFUO A wpy =1.33 €V, 1.25 eV, 1.20 eV DHE D (6,5)-RBM DRIl A(w)
B L OHiH p(w) DT 7 7 A VDML, A(w) FEZxLbF—Mlo v —27 TR,
d(w) DA Ty MIMERIZEEL TWVW5,

4.6 DAAHT T 7 7 4V p(w) DILIFIZEHE T B m ALK EED F)1F, Pump H0 A
731.20 eV & 1.25 eV OEf, FHEMAERLHZDY, 1.33 eV OGAICIEF—HLTWE, Ly
U, ¢(w) DFEELRRIE Pump FMIMEFE L RNV LR TE S, Pump FMI & - T
a7V Y TOKEEDE L BRS8N E, HAMNARHED? S IFEH IR WD, X415
IZBE W TERNMAHRIE C(w), S(w) DIIGAHEIZIH T 65 EFUTE W T H DHN KRS
WEMTNIXEL 2 EHHATE 5, HIBFEBIZEVWTIEC(w) & S(w) EIFERTH S
728, TD LS AN EDNELITERIZE T BEZDOD S I L > TEL B AEEMEN
Hb, WTHIZE L, M7V Y TOHEIKEROMAITIEBERA RN O EETIEAR,
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4.2 Pump-Probe E5DETILETE

421 EBE-FEHELARE2EFEMET IV

UED LS icEonzmt7a 7 714 uic$d & DWW, RBM IFEHOK T #EFE (RBM
WHE AT/T FE5DOBR) 2T 5, TDEHIZ, 3MOIEFEHFIGE [80] 12H LD
< Pump-Probe 5% ETIVEHEL, M TB 7 74 LU TEERFER & LK 5,

ETNELT, SWNT HOFREL 1 i FREEEZ, 2BTHEME 1 DOIREE—
R2EG U B R 2 INET 5, RONINDI=ZT UV EUTFTDESIZEX S,

H = |g) (eg + hg) (g + |€) (e + he) {e] (4.1)
;o1 N2, P2

hy = 5heo (QF + P3) (4.2)
N T

he—2hw0 (Qo 0)"+ Fy ) = hg + gepnQo + Sohwy

ZZT, BATITHIK K DIT, |g), |e) IFEERRE & EAIEIRTE, ¢, e FTNTNOMW
BRT VY Yy VIRV F—HOVHRIZBIT TRV X—ThH 5, |e) i& Bright By 7=
13 By i TIREEL T 5, hy, he 1Z RBM OFRURE F NIV h=T >, Qo & Py 1Z RBM
B D fERou 2 AL LB &, wo 1 RBM #k#E & 95, SWNT © RBM 06, REIE
wo (ZFEEIREE L IR CIRENDNIZIFRI U TH B L AeE D [69], Agld|g) & |e) DK
TV XY IVOFMEEDOTNTH Y, MEOBE TR FHAEMEHERT, 20, TxL¥—
Xy THETV = (e| Hle) — (9| H|g) RZEA Qo 128 U THIBITIRAZL, T DRI
Jeph = —hwoNg TH 5, £7z, Sp = A%/2 1 Huang-Rhys K1 T %, G-mode % & DAt
DIRHE— RIZBARZWB T2 E X, ZITEILS I FITHD Fbiw,
RFHG & O EAERIIAEG FELL TR, SEONZIV =T V%,

Hio = H — PE(t) (4.3)

Y525, 22T PRMBHEET, E(t)!X Pump, Probe SV AESHTH S (cf. (8% B).
4.2.2 Jb—L v MREIKSDEFE — BWRHMHET 7O0—F

{185 B T L T\ 5 & 512, Probe A7 ML43#E L 7z Pump-Probe {£51%, & B.15,

AT(w,7)/T(w) o —wIm {5 @)PO ()} /1Ep(w) (4.4)

ThHZONE, 2T EL(w) & PO(w) ZZFNEFN Probe 7V ABY Ei(t) = Eplt —
e Wort cc & 3RDIERE B PO (1) (R B.18) O 77—V TEMWARY LD (H
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A

>
>

0 A() QO

X 4.7 1 ODIRFE— RS U 2B FENRDRT VY vy LT 2V F—X,

) WIERBEBTCH B, Epy(t) 1 Pump 7SV AEBETH Y, 71k Pump & Probe 7L AD
HNIZDBEILIFETH 5,

PO(w) B dat—L Yy MrREIEAS ZFHRT 572010, [HMEURIEE T 70 —F )
(78] WD, K DFELVEBIIMNEB 28R L, #7200, 207 FTa—FEHTRIC
HNUTHBEINZFETH D720, HRBT2 L5 IHEERITE LU THEAT 2 ETHERWIC
ad hoc RIEIEZMZ 5, ZDT 70 —F TlE, Pump-Probe 433%% Pump 7NV AHEEH L
7IREHEIRIE H(1) B BEIGE L LTS 22T, 3ROIEMIEIE PC)(t) Z2IRD
X2I25Z25%,

PO(1) = /_ ; s x (£, £3) B (t3) (4.5)

ZZT,
X t3) = 300t — )T {[P(2), Plt)]60(0s) ) (4:6)
:%ﬂﬁ%@{Cﬁﬁjg—(C&@J@Y} (4.7)

& Pump 78V ADSEIE L 7 BIEFTHIZAL 6p(t) = p(t) — peq \= BT BIIUINEBIITH 5.
0(t) IXBEELBRTH b,

CN(t,t3) = (P(H)P(ts)),, exp [—h / s ge-ph@<s>} (4.8)

ERIES B ERIBIBISCH 2. 22T (P(t)P(ty)),, 3B T ORI C &
D, eq (ZTEFHPIRTE poq IZBWTFHEIS 5 Z & 2K, <]5 t)P(t > 72 ThhiE, Probe
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JATKT T BRIERIGETE %2 KT, T DHED expl -] PIREIEHRIC K 2EINAHFHE KT, 22
T Q l& Pump J/ VAU K o TEBE Nz IREIE RO ZEMOFIETH D, goph [TETIE
THEEHOERTH S, DF 0, HIGERB T X ILF —I3LA Q IZHMBIL T 6V = gepn@
DEEEZITHI L E2RT,

Bl X 15 RBM IRENE 5 ORI IX H0 W20, Q) OEENIEHE L2
AR HRE)

Q(t) = V2Re {ag e 0"} = Qg cos(wot + o) (4.9)

CRET B, TIZT oy = (Qu+iPy)/V2 13HZEM (Qo, Py) LOWRDERTH D, Qo=
V2o | 1ZBER D HRIE,

o = — arctan(Py, Qo) (4.10)

W RDOYIIARAETH B, FIHARIAE oo IZBIL TIXEE S ECTREL ST d 5728, KETIX
RHTHRE L2\,

PAEDGIR T, PEAROIFPENFINE D SVOEBEMIANTDO 2 [iTh b, Hl
(2, Pump YEHME 2 IRENE RS FLEIREE |g) 2 FE TS IREE |e) 22 5, Probe Yt
DIFIGEREZ 22T 5 & 95, 7 FRTIE, REREBOIHKIX Probe YD IRIGEFRE D 253
T 57, BIHIFEIREOH KL Probe YeOFEM G Z ZFHT 5, Z OO IEY M
CBILTI, 441 HITHRRS S, BB 218, ﬁt%@%%ﬁﬁ@%’;éz&ybwmgm
E, ZOb LT 2 &5, WML (P()P(t)),, P/8T A =X DL &Y B
LA S, TOESMIZONWTIE, 4.4.2fiCHRT 5,

4.2.3 WRINVEERBEHDET VL

PLEDFHEDZHIZI, ﬁ48kawéﬁ%wmﬂhwﬁﬁm%%ﬁ<()(m» %
525%%ﬁ@éo%®ﬁ 12, fHERA TR T B LI, 421 HIOETFIIZEIT 52&
DX asbdy MNEHIZES

(POPO) = 1Pl exp ~icist = 9(0) =l - 50°) (a.11)

EWSTERET B0 T T T hwey 11BB T XVF — OBCEHRRBIZ B 1) S HIFHHE, g(t) (X
A50 ) IFHCARREIEH D S BEANSIRENE — FOARY MUVERADHS, 8= (ksgT)!
XWHRSE, Py = (e| Plg) 3MIBFE—AY N TH Y, WEIRBIT— K OB KT L7
WEHE LTW5 (Condon i), F7z, v & o IZBRGMIIZEA L5 —KRiE (i 1
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OAAHER L — ) E R —RETH S, UEDNRNTA—=2DS5H, EROIEDS we,
oy BPHEENRT AR LT, EREREETIVT S, MD/NT A — ZITEBRIIZHES
NTWBIH, wy =309 cm™!, Ag=02 (Sy=A2%/2=0.02) [56,60,61], T =300 K,
o =19.5 meV (cf. 3%) IZ&ZET 5,

4.3 FEEREREETILETEDLLE

4.3.1 B8 AT/T AXRYT M

IO /HIET AT/T(w,7) D3k —L > MREIES 2 ETIVEEL, FEEEER & K
T 5, WIS, WHSMRL 72 AT/T ZHES O EMREEZRL, EHRNERHERS D
i, BT T 7 AV OBEGRINELE ik RS 5. B 4.8(a) 1T, RRDBEENRE T ZE D
AT/T(w,7) A2 MV% 2Rt 7By b U7z, Hilld RBM #RE)EH Ty OHAITRU T2
BRI 7, #EHlAS Probe Ml w — wey TH D, W F, HREERDO YA 0o = 7
U, WHIRIEIZ Qo <1 &L TWa, M48(a) I2BWVT, M43 THEINZ A AX—Y
PHEINTVDE Z RTINS, AT/T(w,7) & w = wey DE AR S & OEFEBEM T
A e L, RBM A THREIL T\W5, KT, Probe HBEE w BILE» SHEN 5 & 28
FHRIE DALY /2 (1/4 AR BENDFREPEEINTWS, M4.8(b) 1, AT/T(w,T)
ARY MNVERLD T TYDH-BDTH D, ZZTT/To=0457/Ty = 1/4 (n/2
M) £ TOARY MVORFEFBIZEET 5, ARSI MUIEATIRIERATH 57204
D w— weg DFIKZIFITIEHT 2L, 7/To =025 1/8, 1/4 DIEFICHHFEET 2 2 W,
W — Weg = 01T WL Probe 385 Tld AT/T (w, 7) A L TWL —7, FELLIG Probe
I (|w — weg| = 0.08 eV) TIEMIZ AT/T(w, 7) PR LTWL T AR THN S,

PAETHBIE U 72 LG Probe SHIBOAIMHEN Z K o 255138, IREIBHIC ;5%&1
R bV Re x(w) DERIZBBRLTWS, AT/T(w,7)E5DEA (R4.5) 2 PO(t;1)D

7= IEWERAT DI LT, F52ABBEBIZEWTUTO X 5 ITEZRAHERRS
5ZLMTE S,

AT/T(w,7) = —wIm {ggr(w)]: [77(3) (t;T)}}
= C(w) cos(woT + ¢o) + S(w) sin(woT + ¥o). (4.12)
Z 2T, cosfiklEC(w) & sin #kiiE S(w) &, ZNEFHNIRINARZ b)LIm x(w) & FELARD
NV Rex(w) & Probe AT b L € (w) Z A AR TH 5, st &RILN6kB.3.2

E2BE X, K48 D oo =7 DG, 7/To = 012825 AT/T(w, 1) ZFHAZ MV
Im x(w) DZEFIZBER LU 7z cos IRIEDADEFETH Y, 7/T) =1/41281F 5 AT/T(w, 1) &
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@ ‘ | | _ x107 (b)
0.18 - - -~ - - - - - 2SS 2.4
0.12 NEET RN 1.8
1.2
= 0.06 0.6 = =
L 3 <
S 0.0 =
§ 0.00 o=
| -0.6 5 51
3 .0.06 <
i : i : -1.2
0.12 | ~18
‘ T T o4 -0.1 0.0 0.1
-0.18 1 Lt L , _
00 05 10 15 20 25 W= weg (eV)
7/Th

¥ 4.8: RBM AL T 5 AT/T(w,7) DE TIVEEORER, (a) B 7 £ Probe J4
BB w 12T 3 AT/T(w,7) A7 PAD 2T TaY N, (b) 7/Ty =055 7/T) = 1/2
ET1/8AMI L OBIIZBIT 5 AT/T(w,7) AT M,

AR P VIE Re x(w) DEFIZBRL 72 sin IRIED ADFH LG TH 5, L72h3> T, Imy(w)
DEFDHE 7/2 FAHENT Rex(w) ODEFADVEND, ZDOHMOMMETIL, Cw) & S(w)
DEPGDLEERDL, TNETNLEHRE T OYHEIRIZ OWTIX, 4438 CHERT 5,

4.3.2 db—L Y M RBMIEEESOHRETOT7 71l

WIZ, 7 a7 7 AV U CER & FHRMERZ 3RS 272012, X4.12 %
UFRD &S IR L M TRT,

AT/T(w,7) = A(w) cos (woT + d(w)), (4.13)

ZZT,
A(w) = VC(w)? + S(w)? (4.14)
d(w) = po — arctan(S(w), C(w)) (4.15)

NENEN412HITER L IRIES K OMMHOKRE 707 7 A VDR E 52 5,

B 4.9(a,b) 12, A(w) BETF p(w) 707 7 A NDFEER L FHEME RO K EZ RS, IR
1%, WRDHBIREEL (R4.11) 128D wey & v %, EHWIRINART MLVD (6,5)-E1 €—2
DAY DV 5RO 258G (weg = 1.255 eV, v =4.05 meV, cf. 2.4 i) OFIEHKE
RThd, ZZTRTa 771 VORRIZEREZKS 72017, Aw) DEREKXETHIKLL,
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d(w) DI T b oy GERDOYIIMAE) ZERITHELTWDS, £72, BERIRE Qo 11
FOMNETVELTWS, O 7Ta 7 7 1)LE, H45128F 5 EHERINARZ MLOB
MR TR & D ITEBRFERITE WA, AR L UTERMSER X DRI, AT ML
BV T ML TV, ¢(w) DIEERIE, A(w) DIFIZHIEL T m/2 MAHZ LR THD Z &
Nohd, 2F0, BHISNZKRE T 7 714V, EFEKRDGEFED UNMEIEDO RBM
HRIZK D) ZFCHMIZTHAT LI LIETERY,

(a) (b)

10l 1.0 : : : —
n 0.5
—_ C
5 S
~ 0.5 S 0.0-
3 £
= 3
= -0.5
0.0 =£ ‘ ‘ ‘ : -1.0 : : : :
1.1 1.2 1.3 1.4 1.1 1.2 1.3 1.4
Probe photon energy w (eV) Probe photon energy w (eV)

B 4.9: RBM DRl A(w) « AitH o(w) MR 78 7 7 A )LV OEEFER (A 0 Pump HUDJE K
B 133eVDT—X) LETNERMER (W WE S NAERHBINARZ VD5 wey
oy mROIGE, FER: Aw) DEBRREZ 7 14v b8 wy &y 2B 5E)
DHEE, TIT, EREREQ <12 LT\,

BB TO 7 7 A NVDIERD 2B 63 REAE LTHLIZEZSNDDIE, KIRIFEDOIRE)
WHRIZLDETH D, [k B32DHB2DYIal—raryTRT LI, RFrvvyib
DL & PHIRIFE DT AgQo ¥ T IZHARTIZKEL 2B &, FEIROEFED ICELLHE S5
B, #RiE Aw) 707 7 AIVOIERDIZDA 5, EEE, RBM OHEIKZE Ay = 0.2(0.3)
DL (60, 56, 61], WHIRIEIX Qo = 7(5) THIUX, FHHEMERIIERERE L HHT 2
Zenbhrd GHERRIE, KIRTHAIDEMREIFLALALUTHS), EL, 20D
SR TIHEE U R WIRENE R Z KT L T\WA 7o, 7= 0.3-10 ps D FEEEN Qo = 7(5) T
HHEBENRDH D, Qo ="T7(5) &\WIHEIFIEFIZAE WV, PERIZB T B ENMEEDEE, BE
X N5 HRDOIRIE X Pump N/ A > TEBR I NS EFEZIZLHIL THE KT 5,
SWNT (2B ) % ZN e OMEREH R L, BRI EE 0LE, SWNT OF
IHEVD QI FABREEFTRELRDZEFHINT WS [108], FHET ¥ ViBRDLH
Tl BN DA & 0 PRIRIELR T > &/NI W [89] 22 2FE X B &, BAiED
GEIZIZZ O EEEIEFAE R 5N,
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UL, EROSERTE, MIBEZTO 77 VOTAINF -2 T b 2FHATHILIETE
R0, HRlE (BH) 787 7400 A(w) DIEARD &7 MO 2B 75T HRENE LTHER
SNBDIE, EFOSEMEMFEMIZESZ AR MLOELTH D, 442 HTHEL i
T5&512, B T2ARIE, BRGRINIE T A7 ML OSLIGEEE w, & —FR)
ey DL UCHARMNCEMN T2 e TcE s, 22T, BIHBEBEE (R 4.11)
BT D wey &y BZEEBRNMARYZ MV OGEP LS E, M4.9 DFEFRD K S ITFER
FERET 1Y FTBESITHRDT, ZTDREER, wey =1.260 eV & v =25 meV D& &, b
FED Qo DR Fo72< AU LI, EBRERE2BEETAZ 1 bh 5,

WIENDFRRIZE &, BALETHEHM LU 2R E2ZEL TRIE (R 7877 1)L A(w)
74y hUREE, RIRICREIRAHE (i) 7077400 ¢w) bEEINE Z LN
bbb, B2, BIAILX—Mo7a7 7 VFIEEICHEBEI NS, 270, Bl
NHEZRNVF MO T 7 71 VOIRIE, ETIVEHRELDIEPRZEANPRONE, Z
DZ i, WEHEMIZBRDGHBEREE (X 72 I3RBIRINA RS ML) OETIVE U TEER
RECHHII L 72 £ZREE L TWE D, EFHREBIIEWTEFOBNX A FI 72 (%
TZAZ AR FIVIBIR) (T S DB AP EL TV B A[gEME 2 RIBT 5, AT, HLEH»S
HnzeZr07m 7 7 A, K2 éw) TR T 7V THONTHD ES1Z, €T
VEHED S OFBIMEDH 2T NNHSNE, BLEDO XS LT hdd szt &, HEE
LEIRIBEAIAEORE 7O 7 7 A LHBIEIN D Z &1E, RIETOREBREOEMRAEL L
ZEEBLIRT, £72, o(w) D /2 MNHENDORE EEMICTHI I N Z L1, AR
Probe 120 7= 2R O EOKEDEFEIZEH W & 2RT,

4.4 ER

4.4.1 FERHBREOZRDFS

422 HiTHRRZ & 512, PAEDFHE TIX Probe SCORIGEFED LR DA %EE 2, HE
B A ZFT 2IEB 2B AR o7z, TOMME, EE, 0O X5 2E50%5 130
RINBVDRSTHD, ZOHITIE, THEMEET 272012, RBM R By il 7-iRGE
o DFEMH A LT ZGEICBNESh e PREINARE T 7 7 VEFEL, E
BRAL R & iR 5,

BLHIADIRIEDIRENE K Q. (t) 12 & o THE I NDAEHUERE X, RN4.8 I RE
DK Qq(t) 12 & o TEFIND CFM(t,13) LKHIL T,

Ce(t,t3) = <15(t)15(t3)> , €Xp {—;_L /t ds ge_the(s)] (4.16)

¢
q t3
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tHhExons, ZIT, <P(t)]5(t3)>eq, (3 FIEIRTE |e) L THRFHEMUZREBIZE W
TRl U 7 o M D I FIFHBEBE R & 4 %, M FRAIE T2 <, Tk —L ¥ MREES 28
H 2HRMAT =V TlE, HEFOLT SEMEFEUREIZZR>TWD ERET S, X416
1%, N4.11 EEBRIZARY MVIBRBIE g(t) 2> TFHiT 2 Z 2B TE D (MR A S
W), 72720, [EMERARY MVIPIROFEBO 70121, H 6 W SHREIE — N0 BRE & Off
BEIND ANDRBENDH D, I T, FHEMNZRFIL (abs) B & CFEEHH (SE, stimulated
emission) D AT hLIZIR,

Im Yaps(w) o Re / gt (P()P(0)),; (4.17)
Im xsg(w) o Re /_ et (P(H)P(0)) (4.18)

EHERT D720, T TIEHERINIHIE X N EHBINA T VIR oaps(w) B LT
HHRAART PV osp(w) (cf. B2.1) 225 Im xaps(w) B &0 Im xsp(w) ZED,
Im Xabs,SE(W) & Oabs sp(w) PEIRIINERA 22 L, 22T, M21 THIESNAAXR
7 MVIZIE (6,5)-SWNT OANREENS Z L 2FiIEE LTW5, HFH2BmTHRITLAZX D12,
ZDRE (6,5)-E1y ¥— 7 DEHETIEHTRZYTH D, TNTNDMEREZHE Yaps 58 (w)

DEHBIE, Im Xaps sp(w) D Kramers-Kronig 28

Re x(w 73/ dw Imx(w (4.19)
W —w

WZEOES, 25UL7T, x(w) =Rex(w)+ilmx(w) 2T, TNZGF5OEPBEIKDE

X (K4.12) TAKT B, —f&iZ, BIREFERRREDOEFOFEIIBN TN 5EF 512

HRD, TNETNORIBHEDAZ LNE, b —XILOIREBE

X (1,t) = 20— 1) {05 1, 85) — (€7 (,15)) ) (4.20)
LEIF 3,

B 4.10 12, RFE7TO 7 740 A(w) OFHERR & EZBRER L DR EZ RS, &I,
Esy-Pump/ Ego-Probe D58, Eoo T 5 DFNIZBII S 0720, RIPGETFE D2
WO (L, t3) DEFGZIHVRESI NS, T, TOFERE (410, By FE) 1FFER
MERORZ P72 K<EHBELTWS, 270, ZOHBREIX4.1.2 HiTfF - 7 Btz
WIRINARZ SLD 1 BSOS EOIRE IFLEALEED L RN LA, FEEES
ReoFThoMEmMIT 412 i TR L ZRHBEFRALUTH S,

2T D ERD D B DI, WINDZE CLM (¢, t5) & FEML DL C (¢, t5) WD
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1.07 o Exper.
—— absorption

Ei

/;' ------ emission /:s\

= =

3 3

< <
0.04¥ = : : 00 — , "
1.1 1.2 1.3 1.4 2.0 2.1 2.2 2.3 2.4

Probe photon energy (eV) Probe photon energy (eV)

4 4.10: RBM Ol (Bil) 707 7 4 VOFEEEER (R) L BPGEFEOZFE CM (¢, ts)
DFL (FEfR) CHEERABREOLET C(t,t3) DFG () OFHRRE RO LKL,

FHEPEE I NS F1-Pump/E1-Probe D& TH 5, FHHEI N Cgeff(t,tg) DL (M
4.10, Eqip: 80 ORI, X4.9 (B OETFAGROEGE L EAKIZFA LU TH S, —
Ji, O (t,t3) DFE (X4.10, Eyp: B 1&, FHEART FLO Stokes ¥ 7 b D7z
210 meV ZZIHEZ 2 VF—fllico 7 R LTW5B, AT, 78774 VERIEET RV
F— PRI R D FEHART FIVIBIRZE KL, @2V F—MDIF S HKE < FERFR
o TWb, LEhoT, &L CH(t t3) DFGREFICER > TWEIES, Bllldh
% AW) TH7 7 AVEEBIIVE MO =2 RE D &L, Fay IHREDEL 52T
Thp, LihisT, By DEATS CM(t,t3) DFGIRELALRL, CM(t 1) DEY
DX THD L EZ 5,

4.4.2 WETOT774INICE T IREFZHEDR

43T, BHESNIRETOT 7 A VDIEMND & TXLF =7 b DFEKE DT
DEENBETH DN ERZRE L2, ZOHFNIE, 0 FRTRFE SN Kumar 5DF
SIS T 7a—F (18] 1S OREETH Y, ad hoc IZEAL 72 Z DHUR % E24/T 5
BERHD, TIZT, ZOHMTIEHRETE T 74053l S N A FART MILOE
fb%, PREERIKZEBESYS (Hartree-Fock) BREmIZ & 2 RS D LR L, JilE 7214k
SIROFEEMEZE T 5,

SRR DRI A R 27 SOVHSEEPRTED 5 2L B BIRIE, FERT /&I T 59
Mz VW TLLHISNTWS (722 21X, [161, 153]), X 4.1112, K Pump-
Probe EEROARI 2 XN HI Nz, PEROKBIN AR FIVOIERIEHEL, HT - 271
RDOEIIZARE 2L =Y a VORRRELEFIERBODNVZOHEIIZE>TEIS
DTHL, Pump VA& > THEKINTWS (RfEdH 5\ 3IEFH) Bt 7 & D%k
MEMEMIZE > THEL S [161, 109, ZD & 5 2l TOZARSHR I, Bk 7 OiRE) 7%
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(a) Pump off (b) Pump on

‘%%@

Probe

exciton

XEq(t - t?) Xneq(t - tfﬂ)
AR , i

5 5]

4.11: PELR SWNT DOWf[E 73 Pump-Probe EERDIA, (a)Pump VR WEEH D
55\ Probe Y%, (b)Pump Y2 & o THIE 72K X 70T\ 5 MR D Probe St
B, BETFOLEMAEFERIZE > TARY MUVHZULT 5, FRIEZENZTNDEE DG
BRI x(t —t3) DA A=V ERT,

DOWPARHLIGT ANV F—D > 7 b, H—HjiR (RAHENL — ) 0Z&{he LT, JEFhpReE
DARY MVIIHEEIZS b ZATHRDbN S [39, 162], REIFREORA L, 4.1.18iT3T
WZE R U0, X0 ) OHtEIZ & % Phase-space filling [39] TRk TN 5, ik IS
IANF—DY 7 ME, B (F2FEAL) HORBHEEERIZ L8 TFOECT XL
F—HHIE L PR EIC X 2B EAROEEMEFHOMEIZ L > Tilidan s [39], %
7z, MOBFEAIC & 2EERHRS TRV F—> 7 MIHFET 5, ilRFOLRMHE
TERNZ £ B —FRIRIA A 0 1L, UK UIXEZEIAA D (collisional broadening) & FEIXA, 5
B 7 il - IS - BREL IS & B MAIAHRER] & Auger LoD il 7l 758 PRI & 2 F
WA 5B [163, 153, Hull, Langlois 5 [145] 1%, LA E®D X 5 2l 72 K8 RO
Bl o, FEA SWNT ORISR AT /T (w,7) AT MV EEFTL, Schmitt-Rink &
DEHEEY 7 T u—F [39] & 1IRGGE TVOEEIT#EA L Tl L 7=,

3 4.11Z, Langlois & M7 - 7= BEIKFEE T 7o —F I X 3 g 2 or ¥ —
7 b Ae &Y —FREILDD Ay DREDH D &, RBMBH T o7 71 v 57l L - fd &,
AT/T A7 FIVDE— XA ¥ MEIZ & 23259, 857 70— 712 & % BGRf
DEMREZEMEE, AFOEB O THDL, AHEELLUIBWT, A —a VR RT ooy
W EARE LTz LRI 7€ 72 U T, Schmitt-Rink & D357 70 —F 2 @A L
THELTWS, ERIADD Ay i, BRI 7B FHEL X TH b [153], i
FHOBEF (F721FEAL) ZHAEAMEMIC X 2 ik 15 ERF ORE % Born 30 Pl
ATFHEL TV [163], PAEDOFHHEAERIE, B T2 ne [CHHFIL T, Ae = Epaexnex
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1.0 Sample [
-- Eq.
— Noneq.
3
o
3
=
E
0.0

1.1 1.2 1.3 1.4
Photon energy w (eV)

4.12: (BER) (6,5)-E1; OIRINANRZ R Im yeq(w) & (AR B NzMl a7 7
ANV BT BIINA LY PV Im xpeq(w)e 2L — DFMZERRI O EH LA R 2 bl

Ay = 1.4Epaexnex, Af/)fox = —(5/2)aexNex £ 75 [145], 22T, Ay DREOFHHEIZIZ,
PR —a VR T Y v VEIEL, (6,5)-SWNT O Eyq il 1O il 7 i v
¥ — B, = 350 meV & 7R — 7% aex = 1.5 nm, (RE—ILD 0 2 ED - EKRD) 7
i T = 25 meV (HWHM) [164] D/XF A — X ZffioTW5 [145, 153], ZD T = 25 meV
NS, ARRFFETHWW RO (6,5)-E1 ¥ — 2 @ Voigt §ilE fi,/2 £ IFIFR U TH %,
ZORTIE, EBRIGHEDHE L\ nex 2IHET 272012, IR THREOZEMEK |Af/foq T
BHEAL L, Ae/|Af/ feql = 0.56EL|Af/ feqls AV/IAS/] feql = 0.AEL|Af/ feqls (6,5)-SWNT
D By R FF ST 3L ¥ — By ~ 350 meV [29, 36] 2> CiHiiL/7-fiThH b, ZOR
HEH DDA, ZOETMIBWVWT EILDTRTDONRTIA—-ROBAETRED, Z0DH%
T 9 Do

41D 21/7HIE, K4.912B1F2 RBMBRHTO 7 7 AV 53l L 726 TH 5,
412 (FROFER) 12, RBMETB 771 VE 7 1y b5 EPERIRED) TRINA R
RV Im Xpeq(w) ZR U7z, K495, Im xpeq(w) DEFHBRINA R bL (K4.12, R
Im Yeq(w) MODIXNF =TT ME, Ae = Aépeq — Aéeq =+5-10 meV, YJ—HKRELH D
AY = Yoeq — Yoq =25 +1 meV TH %, F4.1 Tk, EROEHM®S AT/T(w,7) A2k
VD & B U 72 RE) FIRE D ZALEK A f/ foql = 01412 X DBIMEILL TRLUT WS, E— A
¥ MENTOFEIZDOWTIE, R [145) 228 &, 22T, M7 0 7 7 1 VIGEERH
7 =03 ps ABED T — XD TH D728, ZD|Af/ foql PIEEFE U 7 HFAD AT /T (w, T)
ARY VI SFEI L 72 R & 5 TWD, K41 D 317HIE, &HIE (6,5)-SWNT 2
B D AT)T A7 MIVDE— AV M [145] IZ X 2FHlifETH 5, T T, EROK
BB 7 7 4z X 5l & BT 272012, FU |Af/foql = 0.14 12 X D BIFEILL T
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* 4.1: T 2R ORI RS O & 2 B O FZERIEHM{E D FLE,

il 73 1A Ae/|[Af/feq| (meV)  Ay/[Af/feq| (meV)
g7 7 a —F [145] 140 196
RBM Bt 707 7 1)L (4.9, EfR) 36-71 179+ 7
AT/T ARZ MVDE— A > Mg [145] 39+5 1945

mLTWS,

Ae/|Af ]/ feql 1, 3DDHZEVTND (HZAXANLF—AD) TV—VT7 N THDHMT
BAELTBY, A—X— tbf%+ﬁﬁ%?%é GRS 0, 2 FREO FEERKRE
fiifi & 0 2-3 5@ KG9 2 HEAICH B, WAFHORK & LUTld, (1) sEmiloifa
EHZKELTWBHZ & [145) &, (2) 2D ﬁ T%EbfwammmK;5VvFV7b
DFENEZ NS, LIRGHE D56, RUZENIERIZL2F5 VW eEZI o
50, ETF»SDHALUZEHEF YV TIZE D HEEEOEMI L Z 20N E R 5N

% [145], EE, 411HiChRRZE51C, ZOFERTIEHBAF YV 7OFEEZRT MU A
YD PAGESPBIENT WD, 7, Ay/|Af/ foq BEERINRBD D 1300 KPS 2 1
[MiZd 5, Langlois & [145] (&, sEEMBAEEAEFAOELUZ X D 7R — 7 B8 aex 218
INGHAIT U T2 ATREME 2 28172, ZNTH, aex = 2.5 nm DHFETH, MM EES 0 Ik
E— AV MEFTORERE 4 fHRRFHET 28K TH o7 [145], —F, RBMBRII 77 7
A2 K B, E—A Y MEFTORER I DHERIAEARS D ITEVWZ e23bbhrb, Lk
WD E DT aex Z/NGTHEL TWEHE, ML 707 7 AV OFRERITHEERNEES b 2
ZEEE2E LR, TNTH, 43Mi T L7z & 512, KiRiEO RBM ERIZ X 2%
HTB 7 7 TVDIER D ~ADOFEEH 2 NIE, Eigh BEES 0 & —B3 2 gL H 5,

PiE&b, RBMME 7O 7 7 A VDIERY &2 7 M, IRFZENEIC X 0 &R
ZHETABATEZ 2HEANIIH DL EZX D, METO T 7 A NVDIENRD & T DXL F
STAN, METEEDOXAFIVZAL—HTHILi2lErD5ILT, ZORHIESS
ICHEES 2 2N TESEAS5, BULIDEHMAELWE T, RBM&E 707 7 1L
12 & BN T2 AR BROFMEIC X, AT/T ARZ FLDOE— A > MEHHIZ & 5 3l 25}
UCTHIRER DD, AT/T AT MLVDE— AV MR TIE, BIEMIHE 100% 08
BER O NN, D (n,m)-SWNT OF5DELY OEEE2%I1} 5, —FH T, RBM
B 7Te 7 7 AT, 7=V ZEBIZED (6,5)-RBMBEHRIC K 2557213200 e Z
ETMD (n,m)-SWNT DARY FIVDOELY DFELZYPRTE D, 7z, AT/T AXD
Mz, PAESOEIFKIZE L CTHED > TWwWb, Langlois 5 B4R L7z & 512, PA
NYRDY T ME, HEIZED LY RY T b [165, 166] & 7IL— 7 b [48, 145, 41] H38]
Hlxnesh, —BUEPHERINTVRY, KERTSH, PANVRNEILVY RV 7 RLTE

l
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D, AeDTN—=2T FEWSFEREFFELTWS, Lzn>T, AT/T AXZ MVDE—
AV MMENT ORI GEIZBI LTk, PANY FOEFEERIE>E D IV IHELND B,

4.4.3 HTHROBERE 7/2 (IHEENDKD OYIEREER

Bz, SATHRIc B 5 RBM 70 7 7 1 )V OFE GIEOMEN 2 BT 5, *
PIZBEE LT, ARRFZETH S TR0 2O 71 7 7 1 )V 7 /2 RAHEND 5> DY)
HKERIZDOWTHRT 5,

Jef75E T Kobayashi & [104] 1, FHIHD 7-fs 7OV 2 %\ Eoyy i &R I3
% Pump-Probe £ %477z, H51% (6,4), (6,5), (8,3)-SWNT Ol (M) w77
AR UDS, (i (R 707 7 1V TIRERH U 722 h o 72, %5 1% 3 RO IR
Bz O (w) ZEAT O & 5 2B HIETEHET 2 Z L TIRIE T T 7 7 1 L % FB
U7zo 8112, B Imy® (w) & LT, (Pump AR MLEERD 2 EE L) I
AR MV Imy(w) & dwo 1Y 7 MRS ART MIVOEGT (+wp: Stokes %47,
—wp: anti-Stokes K 73) 2 SHEK I D LAGE L 72 (cf. TR [104] DR (16)). Z DRI,
AL THW GBS 7 70 —FI128 1% Im *F(w) 123695 (cf. {F8% B.3.2
DX B.36), Imy M (w) &, $ILEZROEE (BINARZ bV)Im x(w) DEFZBRL,
AT/T(w,7) 5% (X 4.12) 12T S cos ikl C(w) DEFE5-L, M4.13(a) DFEMD & 5 7%
iRz %, 72721, Kobayashi & 23\ 72 RERIGER AR v (W) D QoA D 1 IRETD
EMA (A BA40 & A BA4l) 128 d 5 (QoAg BREWVWEGEDRERIZOWTIE, 4.3fik
N#kB.3.2 Tiam L7z). MO EDESADHFL%Z, AT MILDES) (difference) T
Bz ond0H, "DIF? X1 70O%E [104] LA T,

%5 212, Kobayashi &1, #REKINARZ MLD 1 BE#S (derivative) D AT M LIZ
#>"DER” %5 [104] ZRERINICEA L7z, Tk —L > MEENZLES Probe Y6/ L ADA;
MEHFHIZOWTOHRD S, 51 ZDHEEIE Re O (W) ICHIETEHD EHE X 7= [104].
BRI E T 70 —FI2B VT, Rex®)(w) D%H51E Re x (W) IZHET %, Rex*(w)
1%, MRESZROER (HHARY ML) Reyx(w) OZFICBRL, R4.121281) 5 sin iz
i S(w) DHFET 5, S(w) lE Rex(w) DEFIZLEEDTHD, Lizh>T, Rex(w) i
BEOEIrRIZEHFG L, KAEEIZ X D Re x(w) DZF L Probe EH DAL % 5]
Y, LWOYRRMERIEE U TH B,

LU, S(w) ARZ MUE, EOMRELZE SR Imy(w) D 1D & I3RZ 5,
A B39 WRT & 51T, Rex(w) X Rey(w) DEDARY MU SIER S, DR,
B 4.13(a) DIEFRD & 512, HE LIS EIRBOE S Tl Im x (w) D 1 BB IRITE < 72
27, (Rex(w) DEDHBAF I HYAY IO &S RIBIRIZHRS Z L IcgkLT) i
SN IR T S(w) DRFSNLEIT 5, M 4.13(ab,c) DI LOFE L v > XtaDHE
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~0.1 0.0

W — Weg (eV)
X 4.13: MAHOME 70 7 7 1) ¢p(w) (2B B m/2 MBI DHEE, (a) AT/T ZFE5
DEARNAHIRE C(w), S(w), (b) HElE A(w) &NifH ¢p(w) DBRE T T 7 74V (pg =7 D
56), (c) (b) ZMERERRL7ZH D,

1, S(w)=0,%252KTH5b, TIN6HEND L S(w) DFFEFNEILL, FEHLIGIHRT
C(w) & S(w) BAFETEmIZE L TWL,

PAED &5 7% sin RIEE D S(w) D200 2%, MHTET 74 ¢(w) 1FILIG2 S
LGN T T r/2 26T 22 ENFIHTE S, ¢(w) DELZERXT LT B0,
4.13(c) IZHxiE A(w) &AM o(w) ZMBEER R U7, o dilE y #lliE C(w) & S(w) DIETH
B d(w) DI w = wey K HBWT 7 JKE (flip) 35 2 & 1%, SMAESE@RT 5L 2512
HWINS 5, Z0%, Ht v XOOHMETNMEIEB X Z n/4 24T 5, EEDHIH
Nt oo =7 DEGEH, ZTO2/HTo(w)=0FlEr eid, THICHELSHEN, FEIL
MSMRRR T /4 (45°) ZAbS %, £ DFER, MUEERRIZE W TR NG S FRILIG D6 R
FTTHEIN7/2(90°) £ 9 5, ZOMREEERRP SO K 512, EiROAMHZEMIE,
y D S(w) DR FEAIZERL THE D, LG EIFLIGDOMRIZENWT C(w) & S(w) M E
BB SE2E > THEMIZPURT 2 Z 212k 5, S0z, /2 MHENORIL,
(a) D S(w) D & 5 2RI sin IRIEK D DF 523D S Z LR IAHTH 5,

F 7z, Kobayashi &1% EiRD"DIF" %5 £ "DER’HF 5O E &% LT 52 L T, RIE
TaT77ANVET 4y Uk, UL, MEDEHIEGZHEET S L ZYHEIMICELLTE R
WEEAD, TOHMIE, Cw) & S(w) MEFET S Imx(w) & Rex(w) 1&, MEILEIZH
1T BRI & D Kramers-Kronig AR THEIEN B 72D ICH WM TRWN S TH 5,
ZOMEEIE, WEIEEIC B 1T 5 3 IRDIEIZISE BE 2 SR ILE BB N9 2 B 2530 ©
RITLVWSEIMUINE T Ta—FIZHI0TW5E, ZORKEDZ YL, Kumar & [78]
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Z RO BEIRIIGE T 70— FD5ER R SIROIFREINE DR EZHH T 5 Z & h SR
INTWB,

BB, 7/2 NAEBND RS O ERIZOWTERT S, TDOdIZ, 420D K
D12, C(w) & S(w) ik % kBN R DAL & B &8I EMN T THA S, cos i) C(w)
1%, WX A2 RV Im y(w) DZEFICERL T WA, 4.3.1Hi0ETFNEEL SISk &
1T, C(w) IXEREIEHOZEA Q(t) LHIAL TWD, —J, sin 5 S(w) I, HERA~RY
RV Rex(w) DEFNZERL TW5B, EBE P(t) 1246 Q(t) DM TH D m/2 DAL
MHENDH D enb, S(w) ik P) LML TWS Z 20 0h 5, Probe HEHE 7
J v OMHEAERIZ & D AU % Probe XS OAAEZAL (430 1%, RIS T Probe 3¢
INIVADANRZ PIVIKIAD 67257, T DOAAHEALAIREN R D AR U T m/2 fid
BNTWSEHEICL > TEFAEZIT S, Z0H /2 MHENDES S(w) DEIFETH 5
LEZ5,

K 4.2: IRENHRIZ & B AT /T 155 D LG O o SR i

AT/T RS ZEHINLHPEZER  HAGET)

cos ikl C(w) KEHE Tm x (w)
sin #xiE S(w) FE Re x (w) HEH) & P(t)

4.5 fEw

ZDETIE, I Probe 12 &2 RBM EHROMI 71 7 7 1 )VIZEHL T, EBRE Pump-
Probe (55D E TIVEI R A KT 5 Z & T, RBM BEROMEERE (R AT/TEE5O
BIfR) %ML L7z, Probe YoV ADEGEBIEZHIEST A Z &I2 LD, AFEIZH 75004
() 7a 7 740z BT 2 /2 MHEN DR EZ IS 2 Uz, BRFREINE T 70—
FIZLBI—L ¥ MREIRS OFHED S, LIRS HOM 70 T 7 A V&
BREnsZamiUk, n/2 MHEENOREMIE, EEEEIC L2 RINARZ L In x(w)
DZEFNZERT % cos iRIEKLD C(w) 721 TR L, HELART MV Re x(w) DZEFIZEGRT
% sin RIEEY S(w) DEFLGEN DD L 2RI TH S, ZOFERIZED, RBM KD
M B FE % ST U 72,

7z, BT 07 7 AVOFEUWITIZ LD, 27?5 OB Z RIB T BE5HRE R
U7z, B, BIGAROERHOFGEVXENTHY, HIRNEFGTH S By ik T
IREEH S OFBERHEIE 2 ZH T2 F ST L ACBMI NN Z L 2R Uz, 212,
M 7o 774 iziE, EERNARZ MVOZBFIZN LT, PRI RILEF—V 7 b
CIERO DB B AUz, ZOART MIVELHIR TOZERGRIZL TR S
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AREME AR U7z, EENEE T Yo —FIc L AMmNERD b S, B FHRIET 2oL
F—DL D ZAMPLERIEND DR L UTHABATE 2#FHICH D Z & 2 MERL 7=,






RBMERDERETE — #HAGHED
Pump A0 BEREUR 714

AETIX, 4B THES L -RHGBRIZE £ DWW T, RBM EHOFEAZ Pump /3
WVAIZH T BIRBEENEZPFARSE Z LT, WEWEZOERER GEES < v #fEh LAk
») EWRET D, BN, HAL U THRENEROIIHAM A A Pump A0 A EEICEKF L T
BALT DA A= ALIZDWTEHAL, fF£ED Pump YOV AR AR T RO & 151
FHRAEEZ R, FNUZH & DV THEKROHIANAE O Pump Ho0JE M A7 %2 RBM D
BETYIalb—yarl, TNERIET 57-0DEREM %P5, Pump B £ U Probe
JABBMAFEZ B U7 TIVEIE E ERER 2 KL, ERORREHS»ITT 5, BH
Tk, 4B AZEOREREZHRA LT, RBM FEHROER & MHBERED B YL By il 1
DIEMDFEIZ O W Tk s ., &&IZ, BT 2 RBM IRENME 5 OFIMIAAHED 5 &
BTMHEEAOFS2MB N TELLE VWS MBEIZOWTHERT 5,

51 BAEYIalL—v3Vv
5.1.1 HHERICK D2 EMENER

i Cilk 7z & 51T, MOV AT X B IREIECROAEBGEFRIZIE, FET v VBRI ko
TRIERBIZIES N DG L BN & > TETIEREBIES NI HER D 5, HE
I VB OEE, RENE RO WIANATIE Pump HUD AR wpy ITIKET 2 2 DS 0
TW3A 2167, 100, 78, 89], ZAFEDGEIIKF LW EEZ SNTWS, ZOHITI,
AL U THREIE R D Pump Yo/ OV AKIFIED A F1 = X 1% i igm & EVERNIZ 3T 5,

IRENERDZEEE P

IREPE RO AL, K 4.10, po = —arctan(Py, Qo) TEZEI N, WHOEN & E
BEOEY, Qy & Py ChE 3, MOEERINEESSHICE X BB E > T E

77
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A A _
. N @ =v@ - v, 4@
S \\_/ S slope 2| F>0 <0 F>o
G ~ Ue(Q) o Ge-ph = —hwolAo 2
, X c > N
- 2 &
- 4 2
\//JQ(Q) = ‘ >
Q o Q wes(0) x Q
0 Ay 0 Ag 0 g
(a) (b) (c)

5.1: (a) dTBLHY Franck IEUZ BT 5 HEM, (b) 241 Q OB E L TONEB T XL
F—. (c) FMBEDE Re a(w, Q) LERENE F oc O(Red(Q))/0Q DI IEAKITFNE,

D, BREIIE T < EELD LG [168] TR TE % [169, 170, £ UL T, EKEIT 54050
X V7 RS AMEE, &HAY Franck JFE (Franck-Condon JFEE 0D dy AR ) (23w
THEBMIZHEETE S [169, 79, ETNLVRELT, 1207 % VIEMHE— NG TE —
AV b p ERBITHESE L TWE DT REEZZ S, HHHY Franck JFIIZBWTIX, HEBOD
B TEOZEN Q LEEE PIIEDL SR, LEd->T, REBIXLF -, K5.1(a)
ZHIW 7 FL R E L B ERED W EKR T > ¥ v )L U (Q), Uy(Q) D7,

hweg(Q) = Ue(Q) - UQ(Q) = hweg(o) - MOAOQ (51)

LLTEITIZED, QOBBTHS, M5.1(b) IcHi< X512, BRI XX —IXEOE
FRAMEEMEAORRE LT QITHBIL, & —hwiAy 282, 2% 0, X5.113DH
BRI LTI ND 3T DEDEN Q 2 kD 5,

JRFTES E(t) 129 20 E—2A Y b p(t) = [da(t —)E{) DREILE E2E A
%, aft) &2 HR3% (polarizability) ® 7 —V T2 a(w) = F{a(t)} I,

. ez Ww?— Weg 2 _9Tw
) = - wegmg??))? T OTwp? (52

EE, wey(Q) ZMLUT QITHKIFET D, ZZ T IEAMOAAERERL — b, mIFE—F
DHFEE, e lFBMTHD, Lo T, Hl E(t) = Epcos(wt) (203 5 i,

p(t) = Re {a(w)Ege 't} = 2Fy(Re & cos wt — Im @ sin wt) (5.3)
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L%, BREIIEAMUZ Ko THRETERT VYUY VIRV F— V(1) = —p(t)E(t) DENL
QIINT2HAMTEZ NS, LzA>T, EFEIIIE
.F:éﬂgngzimggwﬁﬁ (5.4)

ThHb, ZZTLNIEHBEHOVA 7NV R L DI E2KT, TOLE, DBROEH Rea
DEFGIE (cos? wt) = 1/2 4512720, B Im a DF 513 (coswt sinwt) = (sin(2wt)) /2 =0
ThHBEOMR, EReaZINEET S, £ 25T, wOBEE LTO Red(w) EE5.1(c)
D& S pERIz 5, —F, QDKL LTD Rea(Q) 1, HHLH Franck i (X 5.1)
ZED, Ag > 0DEE, w OB R IR DRI 7 — LD (b) DBEE go /= wolg
t&iaé(lau@@T%L L7223 T, H5.1(c) i2BWVWT, DBARY MLORK
RN OIMAL GESLIGAEIR) OB U TIE, BEEIN F oc O(Red)/0Q >0 T
Ho, WM GEEER) OB L TIX, BN F < d(Red)/0Q <0 TH5, L
7=ho T, FHEEECIEIKIZGEZSNDETRIT P >0, LBFIETIEIP<0TH 2,
Ao < 0 DHE, BEIE#cksd, M EOHRI, %@%T%%%~Fﬂ%ﬁﬁ¢ébﬁ@
BETHEN, NSV AE(R) = [dwE(w)e ™ OBEICE L TE 5, ZOHE, it
IGENE 2 DT —Y) TS E ()ﬂmfﬁbiﬁtb,ﬁﬁi %XA7FWE()%
Ttz AZATEED L%, —7, B Franck [REUZHREZ I, HEINTH 7O EH =X
fbLnwizd, MR THFICEZShbEHRIIEYOTH S,

RENRRDELL Q

IRENEFRIZG X 5N D ZEAH Pump e/ SIVADARY MLIZE 5> TESZT D00
Z EBIICEAET 2120, SHBIUT & S ZEW L OMEREL N p(Q, P) DEALE A A —
VILONMERTH B [19]. p(Q,P) FHEEEE T p & Wigner £/R L 725 O O BUAKER
LLTHEZ6N5 (171, 80, \WE, K5.2(b) D& 5 ICESEEPREIZ B 1) 5 FRREE (GS)
DEENE pr(Q, P) = Z Vexp(—hy(Q, P)/ksT) 3% % £ 3%, Pump Y/ b Z T4
RO FHEMZIR T 5 &, dHLH) Franck FEIZHE > T Pump AT MVIZRIET %
pr(Q, P) DI DKL IS (cf. B15.2(a,b))e TDEE, FEHRAETIX ES DML
W7z, ESDAMIFIEA D L\, D0, ES ODAMEAL Sp. = (e| ple) — pr 1T IEE
DR THD (K5.2(b)-ES). —F, GS DOMEAL dpg = (g plg) — pr 1Z, HEIE ST
7z 6pe DB HRF 72X CTH 2 1= DAMMD A TH Y, hole 721 bleach L IFFIEN 5 [79],
Pump 7V A3 56 < SR D 8 N 2040 13 E) L7\ & AIRE D358, dpe & dpg 1E
MZEM EIZBEL 204 (IRENEHR) £7225,

PAEDRBIZ XD, JFIEWER dpe, 0py DFZEM EDALED Pump ARZ MLIZ X5
TED LS IZZAT B2 EEMITHIWT 5 Z N TES, K5.2(a) IZHWT Pump A
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4 P ES
> | ey (Q) = Ue(Q) = Uy (Q) 0pe >0
<) Qe
S x >
(O] > """"""" ge—ph == *MOAO - .
S | Pulse : Qg = Tr{dp,Q} >0
@ spectrum hole TPg GS TPQ
C L 0pg <O, S
[ g T . Q ." Q
L
' PT
0
(a) (b) (c)

B 5.2: (a) 2SIVA - ARZ ML EXIET S Q DA, (b) FHREBIZ BT 2 MHZEH
HDEBE DA pr &7V A THIER O HRED o DEE DM DL 6p = p— pr =
|9) 6pg (g| + |€) Ope (e]o TIALIRTE (ES) DZEALDJFH T EIRTEE (GS) DI RA S A 7217
7 hLTW3, (c) BMED A (hole %7213 bleach) TH % dpy IFFE AU L TRIZSE
T2 IEMED 34 & At 5,

R7 PVHILZE LG W, (0) 2B > T EPS NIZEMLZE &, Witd 5 GS D dp, (4
5.2(b)-GS) ¥ Q, =0 2o TEPSIEDAHANE, 2%, dp, DZALIE Pump H
Z& IG5 detuning T2 HMNZ &> TREDRKEET 5, — 1, ES D dp. 1%, ESIZBIT
LR Q. TAP XU D HHALEK A, RLUTERZBA R\, 20 EI3HELRE
THHEREHE [89] 12k oo T0D L RO EIREL, Spu (u=-ec,g) 0T 2P
B X (Z4, EEE) OMHE, X, = Tr{pX}, &5 EERMAHERTRETH
Xy = [0pu(Q,P)X dQAP (E¥, 1IRE—A VM) TiHighzd, UEDOXSIZ,
KR DN Qq, Qe & Pump S/ SV ADGEIRL S 2 EE N p(Q, P) D QBT 2HH T
WEsd, ZUT, Q& Pump A7 ML% detuning 32 LRHENEDLZDIZNLT, Q.
DIFZE—ETH 5B,

HRENP KD Pump 7V AMRRAFENE S DA ZEAL 6p DR D 1IZH & DWTEEMIZBET E
% (cf. M 5.4), Pump AT MVHSEMEPREED 5346 pr % — BRI N—F B 1Z L LWEH,
GS DAAAZAL Spg (1% Q IZBET 2IEXFRD A U7z, ERD GS HERDENL Q, D34

LZDHHIE, Qp & Q. DEDTIN Ay BWRELRBIEY, K 5.2(a) DIEED (BIZ) KELALD, Q. =0
(27212 Q, = Ag) 1TIEDK 72DIZHEZ detuning HAREL BB Z e P SEBMNICHETEZ2E LOARL,
—F, Ao NI BT, B5.2(a) DMEE gepn DVNE LD, L7d8> T Pump A2 MUK GS
DMz QML T—HICHET 5 2 2ickb, RELAENMIZAELT, Q DEHIIYaIzRs, ZHIXET
T MHEMEH gepn DB DL EETHIE CIRBIMVIE SN NZ DO ZOFBETORHETH 5,
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U\, L7235 T, Pump 7OVAMEIX, BTEU 2R % S % 72 O HRE AT U
THREWBENRD ZH, HTE2 x> TGS DIREERORIZIH NG, —7,
ESIZESNBIREIPRIEX, GSD pr 2ZDFFESKKIE LD 5720, FH/LA
DR TIE GS O F MG S, ES OPHZ IS5,

JLIEIRAE (GS) DA p, A hole TH B Z L IZE DD B EHEMEBRRTE L, dp, (FATH
DRFETH D Z &5, FZEH EIZB 1T 5 hole DNLE & #IFHE X, = Tr{0p, X} (X = Q, P)
X, WENKEET 5 Z LICERT S, 2F0, K5.2(c) i< K52, MHEMOESIZE
UCTKIEL 72AiiEH 2@ D (EED) HEREARE D, TD7D, KX TIEGS D
REfS & EITHIZ, hole DEEETR SHAMHMEAL TG L 725 & TOEMEDEREZIHT I &
9%, THOTHIE, 4.2.2Hi TR U7~ Pump-Probe (55 DEHEILX, GS 5 ES OF5IZH
Db & TRl S Nz RO BN OMFHE Q. 2 VI XV, F7z, KICHHALEZTI Y
Wk > THEZ oNDEEEIL, ADOD (hole) I8 LU TIEMAFIZE X 5015 & iR
5 (719, PALEOERIINMHEEDOR S OMADI-DIZEHETH 5,

5.1.2 EFNEHEE

BT 200012 1E, Pump YOV ZAVERT 2 IRBIRIE, 2 RO BRI & 25T
SIDZEAL 5p(t) = p(t) — p(—o0),

N2 ot to R R
o) = (5) [ [ dn [Ple. [P, o)) Bt () 65

Tk E NG 89, TIT, PRIOMWBHEHEFTH Y, HEFIHAMAZRL TS, Euu(t)
IZ Pump 7SV AELTH Y, HEEHAOKMIER Xt <ty THD, X5.5DFHEELED
Pump Y6/ OV A % fifi o 72 LR R EER S THEITT 572012, Kumar S IZ0FFE L 72 #E
SV ADVER T BIRBIN R OB T — A > MRS [89] 2RI L, £EFLELT
PBAFELFAUREFZ D, REOHWIXBPERDOMIMHDOFHAETH 5720, BELRDIZHEHKD
AL HEIED 1IRE— AV b (CFY) OATH D, FET < VR LD EEREBICE
FRENDIEH Sp, = (g]0p|g) DEAL L EBED 1IRE—A > ME, HRELT,

Qg:_Amnﬁxgmﬂ)Amdwme@g_hnﬁw_wwuaﬂwgﬁw—w@ (5.6)
p, = Do wdw[Raﬂw)—Rex@w—w@h%dwﬂ%ﬂw—wm) (5.7)

97 90N, J,
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EEITS (89, TIT, Ny =Tr{p,} REERREORE 2L -3 THD,
1 [ Y
Mﬁ4+quﬁ:1_hA dw Ty ()E2,(@) (5.8)

Thd, NTA—RDELFIF421HEFUTH S ;5 wo (FIRENE— FEWKEE, AgldFT v
X VORERTTERL, B = (kgT) ' BHRETH 2. £72, Epu(w) = F{&u(t)} 1E Pump
IOV A ORI AR D 7 — ) TEW, w1 EF Y ) TREEE (AR ML Eu(w)
DHLEEE) , ©=w—wpy TH 5B,

U bomr gL, 5.1 18O MR BELTWS I PR TE S5, #B1IT,
X5.6 EX572RT XD, HRENEROZEM DN Q IFALEZRDEH (RIXA X2
RV) Tmx(w) IZBIRL, EBEOEEEE (HHA LT ML) Rey(w) CBHRLTW
%, H212, EATOE 1N, Imy(w) £721F Rex(w) D42 Pump #RE AR T b
WVDEIRDERZ L5726 DTHD, E— NEABEH w) B+HA/NT0WEE, ITmy(w) £721F
Re x(w) @ 1 B4 L5ERIRIZ 27 E 5, AT, Qg I:fRE coth(Bhwy/2)/2 %@ L T
EEHRAFME 2 F D, ZNITIEIGEERL Q DA E <variance)<c}g>f»m, TIEUTHAT
LEBTHD, DFD, QDONADIENY PREVIZEFBE S N D HROZNOFIIMHEIX
K& 785,

4

51.3 ¥Ial—>yav

5.1.2 HiDBEERIZEEN T, IRENBR OYIHARIAH oo D Pump FOEBEL wp, AEMEZE &
Sab—Yavl, EBFMEZIET S, ZZTIE(6,5)-SWNT O By il 7% L iEE
$°% Radial breathing mode (RBM) D& DEMEKERZ /RS, X 5.3(a) &, FHHEIZHV
72 By i 7 EB OIRIN Re x (w) B LT3 # Im x (w) AT bV TH B, TOFFEIZEWV
CTHIGER AR 0.y ORE— DA ORI, YA—1 x(w) ICT 23HHEMERE w,, DAY
ARIDARYEG— 040 G(w; o) (cf. H2E) 272/7-AIATLHI L [18] THH ANTVWS, £
7z, Pump /L ZADFFEBE S BUI/N S WD G L TV 5,

BT, T DEBRIZHEEZ Pump Y6/ SV AD NIV AEEZFHAR DS, JFLEL -IREE K %
EET % 7-0121F, Pump 78V 2 O FFGER ] Aty 3HRBIE W Ty = 27 /we 12 L TH
DENBERDH B, 72720, 5. 11 HCTEEMIZEALZ X512, HEREBIZINEHHED
ZRLDOFNE, Atp, DL (BB VIEARZ ML - N R Avpy DIEL) 72 2R
Rz, LizioT, ZOMMIE#R Aty, OEHHFES 5, K5412, EROETIL
(ZB1F % Pump FHEREHDIEIE A = \/Q2 + P2 D Aty A7, B &£ Pump detuning
(Wpu — Weg) MAFMEDFHREFIR 2R T, ADPRKIEZ LD Aty X, Ty = 108 fs D RBM
D6, detuning wpy — weg = 0 12H WV T sub-20 fs (0.18 MR TH D, wpy 2IHIG
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x1073

- -

Imy(w) (a.u.)

0

-

~0.3 -0.2

0.1 0.0

w—w,, (V)

0.1 0.2 0

S
N—

0.04+
0.02+
0.00

(arb. units)

R, —0.02+

—-0.04+
1.0

—_
(@)
-~

o (7 radian)

-1.0—

0.5 F

0.0F o

—0. 5 frewereuvanaig

0.3 -0.2

0.1 0.0

0.1 0.2 o

Pump detuing wy, — we, (eV)

{0.04

1o.02

g.OO

A (arb. units)

83

5.3: Pump Y67 OV ADREEIRREIZ A 9% RBM iR D Pump detuning (wpy — weg) HAF
PEDFFEFER, (a) (6,5)-SWNT Eqy Jil 1ZB OFEIN Im x(w) - 78 Re x(w) AT b
Ve (7L —5K) Pump K/ SV ADIBEZART S )LD—Hf (N2 RiF: 0.1 eV (FWHM),
wpu : F ¥ U THOEARKE) , (b) IREIECROZAL Q LiEBE P O (LIRE—AV B),
(c) HikiiE A = /Q?% + P2 APk po = — arctan(P, Q).
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75 detuning §° % L EIELR Aty 13T SIS 85, £z, VLV ARPRLS %5 L REL
detuning U 7ZBRDIRIENZ2BUZ/NZ K720, U7 oTESHEL LD, AAEHE L K
Wb Z e Pansg, AEXD, B/ OV AMEIZE &% sub-20 fs ¥ TE 5, At
THARZ ML - NV RIEE, BXE Avpy =25 THz = 0.1 eV (FWHM) TH 5, TD
Y %0 Pump WL ADBER <2 ML |E(@)[2 % 5.3(a) D2 L — DRI R L 7.

x1073

__ 3¢ Detuning
= S — —0.15eV
> N --  —0.10eV
250 # ~0.05eV
©
< A\ N 0.00eV
[}
©
21t
a
£
<

0

0 10 20 30 40 50 60

Pulse duration (FWHM) (fs)
X 5.4: FEEIREIZER I NS RBM IR (B Ty = 108 fs) O#RIFE A = /Q? + P2 D
Pump 73V 2§ At (FWHM) KM, 3 & 0% O Pump detuning (wpy — weg) AN,
NTA—=RIIX 53 HELTH S,

Avpy = 0.1 eV DG THEZR Pump F0 I wpy D detuning #PHZ2FAR 5, X
5.3(b, ¢) 1T, T D&M TOREIRED RBMIERD 1IRE—A Y b (CE) O wpyy, AN
DEHEFERER T, N5.6 LR57 05 FRIND X 5IT, WHROLA &ER)EDFIHE
Qg Py D wpy HAFME (K 5.3(b)) 1%, ZNEN Im x(w) & Rex(w) DB H &7 1 BEM
% Pump Y/ SV ARECH A I ALLDE 55, [€5.3(c) IZBROEE A = /Q2 + P?
EHIARIAE o = — arctan(P, Q) D wpy MFVET D B, o1& wpn = weg 2 Q, DRFE
MNRIET 5 LIZ& D, 7radian 2169 %, Pump /N FIEVIAWEE, Imy(w) D 1K
WAL Pump ANRY MV ETZIZAZL I L TEADFGR XY IV LE DS, ZOR
R, HFEY Pump NV NIEDILT EBHE, wou — weg IZXT 2 0o DZEAGITIER TR D,
o DEALZ BT 5 72 DIZ MBS wyy DHPAVIES 8B e PEINS, LA >T, L
BERRBIZAER E NS IREE R THNIL, wpy — weg = £0.7 eV FRE D detuning T 7 D
NS IRFTE 5, — 1, IREBIZER I N2 IREFERTHNIE, detuning LTH
wo=m(Ag>0DEEX)E7Ep=0(Q)<0DLZ)T—ETHDETFHEING,
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5.2 ZERERETTIVEIEDOLLE

5.2.1 ERFHBLUVEREFHBEOLERAE

5.1.3 HiDFEBRGM 2 HHT 572012, # 3B THFAGEE/ ST A MY v 7 Mk (NOPA)
2 & D IFEAZ Pump Yo/ VA ZBAFE U7z, X 5.512 By & B il T35 &34 T detuning
U7z Pump K/ SV ADIRE AR bV ZEIRTS, Pump AXZ MLDONY RiglE By A
T 0.1 eV (FWHM), FEy AT 0.14 eV (FWHM) TH 5, 7272 L 580-nm HUL 21 0.3
eV(FWHM) TH %, 7V AIEIZT X TOHLNEE T 22-28 fs DI TH 5, Pump KN
WATT B Z 72D S 8 4 7 L A UL Probe (2 X 2 #3247 5,

Wavelength (nm)
1000 900 800 700 600 500

Intensity (arb. unit)

1.4 1.6 1.8 20 22 24 2.6
Photon energy (eV)

5.5: (6,5)-SWNT D Ey; & FEao il 7§24 72 5 T detuning U 72 Pump Y67V A D
AR Db, mERIEEARI O EH RN A X2 B,

RETIE, REEROHIINAE oo DA% FERE ETNVEE TS 272012, AT/T(w, )
ZHE S ONM (M) 787 71 ¢(w) (RX4.15)

d(w) = ¢p — arctan(S(w), C(w)) (5.9)

DA Ty DL ZEFHNSD, ZD Probe B (w) HAFMEZH S arctan(S(w), C(w)) &R
FIZDOWTIEE A4 ETH UL UZD, TI TR @ 220 TRERL TWiah o7z,
4.3 EICHER U7z & 512, arctan(S(w), C(w)) DRI E Pump H/ IV ZITKE L 0720,
d(w) DA Ty FDELE LT o D Pump KFMEEZFANRD Z EDAEETH D, DR,
P(w) D w KV Z HEFR S % 72012, [ H % Probe 2 W5 Z & T, Pump HLJH
B wpy BRSO BHHEIZ—E D Probe A w 12812 ¢(w) ZF#ND, KT 5
Probe A w & LTI, HEXVEZFVF—[IOIRIE T T 7 7 1)L A(w) DECA R
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BT 2B, Fp Tldw = 1.22 eV (1020 nm), Ey Tl w = 2.07 eV (600 nm) % &
B, TOHEIE, HREIOIRIFAK E WVIE D AHRE) DAL 2 FERINITIRE L X T\ izd
&, 5.33HIICBITBHITHELDHIKRDOEED-OTHD, TLT, ak—L v MgH)
AT/T(w,7) = A(w) cos(woT + ¢(w)) DEIEREE T 7 = 012 B 1T S HOSAAH (FIHIRIAE)
d(w) DIEZERET D, —H, EFIVEEIZBEWTIE, 5.1.2 #i J5ik CHRE RO G
Mo ZEHHEL, ZTOWMRMEDE L THEAETIToAETT =028 2 ¢p(w) ZFHHA
5, TORE, X VIEMZRKEDZOIZ, IRENERDOEREREIZ B W TIEROMIPEZ %R
12 Xeq(w) ZFAVE D, [E5OBRIHBIETIE yueq(w) 22,

5.2.2 XERER

FEBFEROSMRIZAIIHMTHRLZSDERUTH 2D, KETIIIHE LT RHED
R AT /T (w, 7) B 5 IR E Y TS, X5.6 LME7TIZ, TNEN By & By il 178
BREAD 72 % Pump DB wpy & @D Probe w = 1.22 eV & w =2.07 eV IZH1 2
AT/T(w,7) 5525 T, 411 HTHRRZD, KEEYeEDES (M : FicA7ey
FEMNITTRULERE ; #58) 3R Fae—L v 28 X OEBIZ BT 3 R EMHEZEFH D
HFHETHVIREI O —L VAR KRTHOTIEHARY, Tk —L > RBM IRENE 5 O G
M op(w) ZIRET 272012, KL OAEDES % RO 7ZRIERFHE] 0.3 ps DA O #RE) 5>
(X : FicA 72y bEMITTIERRRUZER) % cosine B C71571>27L, 7=0
CHRENEAME L 72 (X v B X EDORR) . MOAFIZR U7z 4 ps & TOIRE S I3AT)E
Iz bzoTEL TZay bINTWB I DN 5D, ZOBEDOHIANAE ¢(w) DIREREE
&, EIERRY Y 7 = 0 DIREREIC L > TR E D, 3.5HIDAHIEIC L > T RBM REMES
DA AHDPAEIZ TR 7RIEEIMRFE S N T WD, X512, 725 Pump HL AR Z &
AR Y m O E KR TR W ik, BEYaefhooEFae—L v A ES50
SEMERTE S, KOKONEMRE, AT/T(w,7) 35 % 2EICE BB L WEREEKRD 7272
AIZATT7AY MLEEDTHY, 7471 7DE (BEF3e—VL Y AER) 2RI
A7y bEMIIRU, 206 DIESOREDRHIKALE X Pump HUDEBEIZ L D&
BN Db hrb,
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Probe: 1020 nm (1.20 eV) _a
0.10 - : : : x10 ‘ ‘
(a) R PUmP: 1046 nm(1.19 eV) 5]
‘ N | L l
RITE ’na\u [T ATy "
5 0'..".;:.’“‘ ” | | 3\“‘\ ‘
Y i e (L , \
1 IR | ‘ ' ) | f | U \ 1\ | ‘
) ) -2
0.2 0.0 0.2 0.4 06 0.8 10

-3
(b) ©.10 - 1.0 X10
. Pump: 1033 nm(1.20 eV)

AT)T
o
o
o
AT/T
o
o
ﬁ

By

0.2 0.0 0.2 0.4 0.6 0.8 10

0.10 - - . - 1.0
(C) Pump: 995 nm(1.25 eV)

—0.2 0.0 0.2 0.4 06 0.8 10

) 0,05 i e . 0'57,”/“[ w‘ ‘/\ ” i IH‘ H ) ’
& S 0.04/tn I ' f ‘ I/
q_o.ooﬂJ 4_0'5\\\,: J'J H\ | f\H' H’

Pump: 950 nm(1.30 eV)

. . . . -1.0
o.1_oo'2 0.0 0.2 0.4 0.6 0.8 1.0 X;0_3
(e) Pump: 932 nm (1.33 eV)
0.05
&~
5
0-00 mt AT AN WAL NI
%20 ‘ ‘ ‘ ‘ ‘ ‘
%7 60 0z 04 06 08 Lo 0.0 0.5 1.0 L5 2.0 2.5 3.0
Delay time (ps) Delay time (ps)

5.6: Eyy HISEDO R 5 Pump FUOEARE wpy Z & @ Probe I w = 1.20 eV (1020
nm) 2B B AT/T(w,7) 155 & Z DIRBIKS % cosine BT 7 1 7 1 > 2" L THIHILA
P(w) = ¢o BPE L 7=kk 1. Z OMOFEIZA IS,
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88
Probe 600 nm (2. 07 eV)
(a) 0.03
0 Pump 593 nm (2. 09 eV)
0.024 f
0.014
E 0.00
< _0.01]
—0.02
—0.03
-0.2 00 0.2 04 06 0.8 1.0
Delay time (ps)
(b) 0.04 T . . ‘ ‘
,l\ N Pump: 580 nm (2.14 eV)
0.02} 1
E 0.00
<
—-0.02+
-0.04
—0.2 0.0 0.2 0.4 06 0.8 Lo
Delay time (ps)
(c) 0.02

-0.01

Pump: 556 nm (2.23 eV)

0.2 0.0

X 5.7: Foo 4

0.2
Delay time (ps)

0.4

0.6

0.8

AT)T

,|n

‘ e

l i

1 I‘\H
’\,lll
|‘Hv
’\,ll\
14 RIS

ﬁ ‘ NI/M M\, *4}',|

|w|m

w
;v,n|

3(1;1)“0.‘5 10 15 20 25 3.0 3.‘5 4.0
Delay time (ps)

jEl0t ‘

2

eodl il il ’l r l

o '\ ‘ ‘ ‘ M { ‘ ‘

bl ‘\, | M | ﬂ \ J fl

S i |‘ .\' H

T TT o TS T 35 39 55 4o
Delay time (ps)

37><‘10_A' ‘

2 I ﬂ

1 \ h | 1 '

ot | H | ; l u(;( )b

—1%“‘1,"‘\,"1' il /| J \w il 1/ 1

DY I '

T 0T To TS 79 2f5 30 35 4.0

Delay time (ps)

LIS JE A D 5752 % Pump LA wpy T & D Probe & w = 2.07 eV (600

m) 128115 AT/T(w, 1) 155 & £ DIRE LS % cosine BT 7 « 7« > 27U CHIHIAIAM

p(w) =

P BRE U TbfT. T DMDFEMIZA IS,
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5.2.3 ERE:ETFTITEOLEK

B 5.8 12, PAED XS IZ/HHAE oo = ¢p(w) (B : w = 1.22eV, Eyp : w =
2.07 eV) % Pump AR w2 LT Y MU (K, #FlL), ZEDHIT (6,5)-
SWNT @ Eyq & Eg 2 FIRINARZ ML & @D S TR U7z, BN ¢ 1X, En
& By I E BT wpy WU TEIEF—EERD IR U, ZORERIE, LAz
EBEMERET D, E5ITHPDBZDIT, wyy TED ¢y DatFEEERERERTTO Y b
U7z, B, FEI < VBRIZE D RBM ERVERRBIZER I NS HED ¢ TH
5, DY, ¢ lZFEBRELT o7 wpy OHEIFAT 7 radian T WAL PRI N, FEFER L
FHHSC RS, 22T, ZOFHEIZEWT Pump A2 FIVIERIRILA R 2 R LDOR
Y— LD OBREFHFEICEZNT WD (cf. 5.1.38i), Bk, ZAHEIHIC X D FIEREE
CERSINEHEED ¢ THD, ZIT, HARDKREDS, REEROM BN TIXAE
HHOEFEDZF TIX 2 S BPURREDOZH L LTH-> T3, TOHE, ¢o~0.1r 720,
EEMNIZEEBRER L ERD Z D05, SREINE ¢ BEERSTHTWBEHI,
fid (M) 707 7 1)L ¢(w) D Probe AR w A arctan(S(w), C(w)) (BAR) D
5Th D, By OHE, IEMEENEREI O/NI VB, ETAGELUZ é(w) DR
w=2.07eV R TEBRER2S TIZTNTVWENRSLTHEIOHHTES, 2F0,
Ey DHETH, ¢(w) DRZ EMEICHILT L, 525 WIEFEBEDO R\ Probe A w
EEANE, FREREEENICE BT 5, LzhoT, B il Ex MEOGELE
12, o D wpy WAFME X RBM IR IEAE 5 < Vil Tl < B I & v B hTw
5Z %R,

Probe: 1.22 eV (1020 nm) Probe: 2.07 eV (600 nm)

1.0 1.0

0.5F

0.0}

¢o (w radian)
¢ (m rad)

—-0.5}

1010115 1.20 1.25 1.30 1.35 140 200 2,05 2.10 2.15 2,20 2.25 2,30 2.35

wpy (€V) wpy (eV)

& 5.8: Pump HUDNEBEE wpu 12K F 5 RBM IREHE 5 DWIHIAIAH o = d(w) (B11 @ w =
1.22 eV, Eg: w =207 eV) DFEEFER L) CEHEMRE (R FEI v Vv #Ekic &
% SLECIRBE D IR BN i R ANRIGEFE % ZF T 2556, BAR « 2RI & 2 Bk kg o fkH)
B RPBINGER 2 2T 2556), IKEDHEIE (6,5)-SWNT @ By, Eyp BIXARZ ML
Im x(w).
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5.3 ER

5.3.1 RBM EHRDER - HBRO#EEG

DA EOFEEIE, RBM EHEPERFIRIZ & > THEBS N, BIGEFEDZH %28 L TR
INBZEERT, ULzA-oT, FEARSWNT IZBWTIE [EMFEICE Y EFRIRIREE
ICERSNIREDERTH-TH, RIBAREZZRT S & THRIEIND | LFRTE 5,
R TRz L 512, ATFRICBVTIE, BFEIREBIZER S - iR, FER
READFFERERE (B2 VI L D @WVEIAREAN DI RIGERE) 22T LT
U I Ny, ULah-> T, ZOFERIIERICELD, SWNT OIEFELZIEEITE N
T THBIIZYE TRV L2 EKT 5, TORDY, FABETEREBINZL DT, il
BT OLRBEDIZOINZYTHY, TDHE, AEBROTNTORMBRIIFERSFHHET
23T THhD, BEIITR TSR [172, 162] 12 & D X 4.8 ORFREIFBIREIEL (Green B
B) T REED, EROMFRIIEESIIZIZIRD &SI TE 57255, SWNT 12
BWTHAER I N FIE BRI am BEOY A XTRELTWE LFEX6NET
b, BFHTFHEEAIZE > THE#HINS RBMEREFEUY 1 MIFBELTWS EEX
S5NTWVWD [108], il FIFEMEBOHMEEDH 528, ab—L v MREIDBH S 55
ps DWFEIA T —)LTlE, JilEE 7D HHE EMEH Z 001X, ik 1 & RBM BRI 2]
IZEEN T2, SWNT E2BEILRWE S5, TDHE, WMENREB LA, 51X, ERofE
WL, EENCH2BEMNCRIELZBEFEae—LV Y 74/ VR EVOREEZ
522 E2E®RTS, ZOZ &L, it 74/ VIESWNT 2RI ET 24k + (GElih
) [172, 173) TH Y, L ILRERONBEICHEEL2 G252 oHHTE S, Jl0F
W%, Wannier 2 +OKIX, T HHALEFE S—ILOEHEKFE LTHNL
%, WENZ—u VHEEAIIZ LD BELRT DL VWS BRETH S (174, TD78, T
MEMIIZE ZIZR/EAL LS &, BYIOFHEOBRBEIZEWTHETO 7+ ./ VIZkd
Bi%EZITHEHETHILETES, 72720, FEE, 4.1.1HTHRAR7Z &S IZARERTIX
hE 75 LOEENRI > TED, ZOHADRETE 7+ /) v ORZERZXAFITA
BB D K S i 7 E v K D RBMIZRI T IR R W e BT E S, ML EOfER%E
BGREST 572121, 7 = b MNPORFMSREEL -/ A — NIVERISREEER S > 72 1 15
B A2 IT S BERDH B, WTNIZR X, EHELHRETFOLEMEERIEZ 5T
Wz LThH, Bl nsdae—L >~ RBM REE 5 1EZ OMHBEEHORR- A 7 —L &
D RV 2K ->TWwWb Z 2k, RBMEHRO I —L v RARIEFIZZETH D,
BPREBOBANZ L > TFLAEHEEZIT RN L2 RT, TDIZ X, PATND Ex il
T DRER DR O B RBIND,
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5.3.2 RBM ERDMEICTT B Eyy MR FOEMDE

IRIZ, RBM JRDAAHIZN T2 Fo e OO E 2R 5, M 5.81%, K
D Foo ML T2 MR LZGATH->TH, BHIINIIRE I — L > RIIEA KT
ERIND Z L ZRBLTVDS, ZOFERNS, Ey 155 (dark) By il 7~ O ffH
BHEMOMFET, RBM OIREI b — L Y ADBMRRFEI NS D, HDWIEH7-ICHE S5,
tm529®v%91ﬁ%26m50:@;5@7%%iaﬂfitmﬁ Redfield #&F1
HERZL DY Ialb—Yay 175 I &NIE, REIE— R2FRMNT, EHREBIZE DR
ﬁﬂﬁﬁ#ﬁbb&ﬁ%i#&@*&%k%ﬁ?évaﬁb#ofbéoSWNT@RHM
D&, BTALFY Iab—32 3 v 69, 56]) o FEARRE & I TIREBD &\ 72 D & A

DOEGIE = 1,2 cn P K SWEHEINT WS 720, Ey & By I FIRED H W\
720 RBM FEEOZL S FREIZNIWEEZ6NE, Lo T, By il 7 DREH
TRBM OREIZ b — L Y AMRERINTWB efE@mdTsnsg, 7270, 2ohs, H
B2 2T, EFERT RBM EROAMMIZTNALL 25D H 2725 5, TN T
b, BN B HACAE po DIEIX Eop IS T % EHERNE U 725 & OFH R R E —8 L T
WbZens, TDOE3RRBM EROMMHTNIFEI o TWiRWEFZX5, ED LS
IRE O — L Y A0 REN, SNFE— R TEAEHEMEMADL 220 50 [56] & \»
5 RBM OFgktE % KBLL T\W 5 Ll T 5,

5.3.3 RBMIRBESOHHME L EFIEFHEEEROFTS

%12, RBMIRENE 5 DI ¢o & RBM D& F# T E/EH O/ 5 O MG % 3%
MiT b, £5.112, ¢ =o(w) (E11: w=122eV, Exp: w=207ecV)DERIET, X
BRCHE SN TV A RETEONlE LD, BUERO—FHDINC, HFRIAHT

2% [12] B OFARSNT VB EEMIZB T2 RBM OB A FHEEHORN S 2 KT v v

DENRL Ag DFFF TR U Tz, BINEREPIERT 2560 A > 0, IS 2HEH Ag <0
ST B, Ag DR ESBRLNIE, BAfiie (72338 v vilfE) THEBRI NSk
E&ﬁwm%&mwmiwm@mié(dzuﬁno%51?Ao®@v#£a5%ﬁ®
HNWIZD o LT B L, PARD 2 8BHS MR 5, 11T, (8,3) & (6,5) T2
Eoy-Pump/ Eg-Probe D56, ¢o = 0.3-0.47 TH D itz OHPEAANT—HLTWVWD, 2
2, AW TR SNz (6,5) XTS5 E-Pump/Eq1-Probe & Ess-Pump/Egs-Probe D
BT, 01n K 5VDERHZH, HFHABTHRRZ L S IZI DX ¢(w) D Probe A
WIRIEMIZZ DEHBITE S, DLED X S1IZ, ¢ ITIEHHS I DEIZRSNB NI 2915,
b0 1E Ag DFFFITMRAZ LW E WERTE B,

PLED & 512, AT/T ZFHE 5 OWHIRAHA Ag DFF S ITHEAF L R WELHIE, 45T

RBUZBRHEEFRIZE EDOWTIRO L S IZHIHTE 5, F5ORMMHBERBREIEX, Pump Y
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5.1 B—rV)L AT X B ILE Pump /L85 Probe THEIHI S v/ AT /T 552813 5 RBM
IREN D HIHARIAE ¢ = p(w) (B11:w=1.22¢eV, Eo:w=207eV) DI,

Xk (n,m) Type Pump/Probe Pump o Ay D
AV 7} (radian) R [12]°

[105]* (8,3)  S1 Ea2/E9 5 fs (0.38 & 0.04)7 -

[61]  (6,5)  S2 FEo3/E <10 fs ~ 0.37P -

AWRGE (6,5)  S2 E2/Eo 23 fs (0.24 £ 0.1)7

AWFSE  (6,5)  S2 E1n/En 23 fs (0.10+0.1)7 +

* Pump % 540-740 nm. w=1.82 eV (680 nm) (Fao FLIFT)
b Fig.d(a) DR TT T 7 A VDS FHAE - 72,
CHEK - IHEIZENTN Ag DIE (4) - & (—) iIZxRT 5,

PV AR U 72 IR R D ZERL D FEIME Q(s) = Qo cos(wos + ¢o) EFWVWTHN S X %
ZEITIE,

Ce(t,t3) = <]5(t)15(t3)>eq exp [ingo /tt ds Qo cos(wos + o) (5.10)
EEED, TORKIBWT, A DRFEPLEDLNIUX, HEDPIZHEROYHIANH oo 25 7 24k
T 5720, cos(wos+o) DI FIEKEET S (cf. 5.18i). LHL, Q(s) = Qocos(wos +¢o)
FE T HENEH goph = —Dohwo 2N U THET 2728, expl...] DFD Q(s) I2& 2
REZIRED Ay DR EEIZE D Ty vV EINE, DFD, YHAIZRETHIE,
B THEAER Ay & Pump Y6V A0 & 2 HRENE R D 4= BB 721 T72 <, Probe 3%
PNIVAIZ L 2B THIERT 2o TH 5,

MED &SI, H—? E; 1253 % Pump-Probe D4 Tld, AT/T HRE) D HIHAALAH
D OIRENE — NOE P FHEEAORNB 285 Z 1% (RERIZRIL % BR & [100]) FUELH
WAHBETH D ZLDERTE S, TN TH, DAEOFIHIZRRIE, SWNT 12§ 5%
Pump-Probe (D% 0 Ej1-Pump/FEs-Probe ¥ Eao-Pump/E11-Probe) D& TIX, ¢ &
[H—® Ey; 1203 % Pump-Probe D&5EITH U THAMMHIZ RS Z e WFHld NG, Thvi
HARDZ LT, Eiy & Ey OH\2TRBM OB TAHEMEHOR SN RN D Z L IXE
BHICHEETCE D FAO6ND, 1720, D E; i FIZ oW TOE M FHEAEH
DFFBEZPRET 57-121F, @H DY Pump/H Probe TIZ72 <, Y Pump/X ## Probe @
£ D TR [176] ZAT O BB HB725 5,
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5.4 f5im

Ik —L ¥ RBM #RENE 5 OHIHIAIAE ¢o D Pump H0EBEE wp, IFVEZ GRS Z
& T, RBM EHRDOAFBGERRZIRE Uz, By i e By BIEEDOEE L HIZ, ¢o 1d wpu 12
WIF LW Z 2 2SI L, B CAER S WRIGEFE 2 2T 5 2 L THRiiE s
GADESOETIVHENSHPTELZ L 2R Uz, LEM->T, FEARSWNT IZEW
u%&mﬁmib%%ﬁﬁ%%timémt%%ﬁﬁ?%of% WRIGEFE 2 25305 5
ZeTHHEING, ZDZ L, SWNT OIEHEALZIGE BV TH BN Z L TR
ZexRT, 72, RBM EHONMAM! ﬁTéEmmt%®%m®%%iaab%mbm
BWZeh s, MEEHEMOERE TR IO — L VAR I T WD it hd,

(6,5)-SWNT D Ey il & Eop DS DERE (6,5)-SWNT & (8,3)-SWNT D Ea
Jilif [105] DLigD &, B & 02 FIARIAE ¢o 135169 2 B4 7 HH ELAEH O FF 5 1TAKAT
ULRWZ e 2R U7z, ZOYHMEAHIK, B4 ETHRLZBEEREIZE EDVWTIUT
DESIZHHATE 5 : [{—D E; BRI T % Pump-Probe EERTIX, &R THAEEH
1% Pump Y679V A2 K 2 HREN R O E B 72 17 T72 <, Probe Y6/ )V AT & 5 i B
THEHT N6 TH S,






XxeH

AW TIE, EEAZ Pump//AHE Probe IZ &bk —L Y 7%/ UAHIZTEWT,
Jk—L > b RBM REME S OWIAMAHZ ZERTICIH S 2 U, EBRE &7 HFNE TIVE
BWAERLKST 22T, FEKRSWNT O RBM HHROER - HEREMELZ, URTE
BRAERE2E LD 5,

1. JERAIZ Pump H%/NVADREFE (58 3 %F)

FEFEE ST A MY v 7 #iESE (NOPA) EIEOMASHLYE (7)) XLxte 4 EFTD
WU AL BT 1T K2 0BEIERZHFET 2 Z 2T, Al LiERINECIRERZ T,
FEIEH T A ZAART MV EFFD, 7V ANE 20-fs FEE O Pump YOV A2 ED S Z 21
I UTz, ZHIZ& D, B & By GO FbH D Tak—L v b RBM IEEI{E S D Pump
FUNERRFE 2 FIR S Z & WY AREIC 72 5 72,

2. RBM RRDORHBIEDHEIL (5 4F)

R CBIE R Y m 2 HIET 5 2 212k D, RBM O Ta 7 7 1 izl 3
/2 RAEN DR Z WD THS 2T Uz, Z OR#%E £ DRI U 72518 & A oM 7 1
77 AVH, RBM EHIZ & 2EINEH % X -80S (BEILETY 7a—F) »5
HEHINDZ 2R Uk, (n/2 MHENOREOEFIX, RBM BROME)&EIZ X 5 70H
ARZ M Imx(w) DEFDHFGTH S,) ZOMERIZE D, RBM EROMIERE (KR
LI5S DOMR) ZHENLL, RBM EHROYIIAN 2 FEERINIZHERT 5 Z LA REIC o 7=,

3. RBM BEROZMMEEZ 9 5EH (85 %)

By i, B Wi £12, 3k —L >~ RBM #RENE 5 O A I Pump & i
BUTHKIZ L W Z & 2 WD TH S 2 U7z, Pump AR ORI & M 7 a 7 7 o
VOETNFFEIZE D, ZOMRE, F87 v VB TPRINGRI N IIELD, &
PRI IZ & > THER S IRNGEE %2 2T 25 A TRHTE S Z L 2R U7z, ZOFERIC

95



96 6. &
&9, RBM AR DOEAN % 7R 3Gk AE S 7z,

4. REBRICHE T 2D Flakozal (£4,5F)

3. DFERIE, ZAEIZ X D EFIEREBIZERS N IREERTH>TH, BGH
a2 d 5 e THRIBI NS LRI NG, LD oT, EHELD, HTHBEIZYT
R0, FDMRDY, SWNT OIEFREAFINE L, FEERIZB T 2 T DL KGR TE X
LONEYTHLEEAOND, £, RILTO T 7 AVZBWTEFHRINARS bLD
BHRMODIAINTE =V T MEIEBO DRGNS Z &ix, R TFZREHRIZE S 205K
MEREUZ, I TORIGET XL F -2 7 b ERRIELD D 1%, Ei1-Pump/FEg-Probe O
GECEENEEE T T —F I X5 HmAN AL O THIATZ 2HMETH 5 2 & 2R
L7z,

5. Ey B2 FORMOTE (£5%)

3. DFERIE, FHHEMD By iR FER 29 % Pump-Probe DA TEHREUTH S Z
EEPHSPIZUTZ, EEOMIAMMIZETIVEE L B L TE D, ZOKEDS I By fil
T DB D X\ RBM IR DA AHIBEFI AT N E DR E TR WE E X 5,

6. RBM {RE)ES OHHAE & BEFRFHEEFRAOFSOER (B5F)

E5OVMAMIE, BB TR THAEFEHORS 2R L PEINS (6,5)-SWNT
D By BB L By B, BLU(6,5) & (8,3)-SWNT D Eyp BBHDEBAETEDLLRNI L
ZHER L7z, ZORERIZ, 2. THESZ L 72MEBRICE L DOWTHHTE 5 Z L 2R L 7=,
Z OYIFINERIE, AU A EAEH DY Pump Y62 & 2 REIR O 4 BB 721 T2
<, Probe HIZ L A2MHEETCHEHTEINOTH S LHFTEZ S,
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445% A
BICRE EARY NIVEROETE AE

ZOMERTE, HAELE S ETHOEIBIRINAR 2 MLDE FIVEED kg b
%, 1B, KHCTI cgs BALRE VB,

Al REINETE
S S OB ETNH T B ROBEISEEH X 5,

Hiot = H + Hint (A1)
Hiy = —PE(t) (A.2)

ZIZTPREBELGOBHE T, E(t) XL —¥—KoEHL T35,
ROBEHEA T p OB HRERNK, MHEMFEHERRT,

ap(t) 1

L MONO) (43)

& &EIF % (Liouville-von Neumann AFEX) ., ZDOHIZ BT BT RN TOHEHFE T A DRFREIHK
YIS EERHZRR

A(t) = iHt/N g o=iHt/h (A4)

TEHEIND, ZOWHHEADMITFRNIZRAT S LT,
t

2 o
p(t) = p(to) +% t dt1[Hing(t1), p(to)] + (12) /t dt2/t dt [[Hini(t2), [Hini (1), p(to)]] + -

p(to) + pV (1) + p® (to) + ... (A.5)

mm)+T@m<$t/mdﬂHgdﬂﬁﬁ—wﬂ> (A.6)

99



100 Mk A SIRIGE & AR DIVIBIROFHR 5 %

LETL, R UMHEEAOKMIEt> . >tho>t >ty THO, TIFHET 2R
WIEIZA 1 S IR BREHEFRHBE - TH B, LA, tg — —oo IZE W TILRITECEMRR
& p(to) = peq = e_ﬂH/Tre_ﬂH WZhbHEd b,

Rl t DIEEHDRFEBIZ BT B 0D HARFE 1%
P(t) = (P(1)) = Te{ P()p(1)} (A7)

ThBH, RICEHFKMRSEIRIINE, PO®) = Tr{Ppe} =0 TH 5, @ E(t) D 1K
I FAI S % i 5

POy = Te{P(t)p(t)} (A.8)
1 / Aty Te{ P(8), [Hini (1), poc)} (A.9)
t
= Aty Te{ [P(t), Hint (t1)] peq } (A.10)
L
77:& dtlTI' tl peq}E tl (All)
1 —0o0

LETD, —f, SEBNRZE (1) 25T,

P(l)(t):/t dtyx(t — t1)E(ty) (A.12)
e&RYT, Eo2dA»s,
x(t—t1) = fTr{ P(ty) peq}_ 0(t — t1)([P(1), P(t1)]), (A.13)

2132, ZTT Tr{Apeq) = (A)y, LHE, WEHIET ¢ > ¢ ORI 72012 BEEHIE 6(1)
AT, Uizdio T, BRI,

x(w) = / " dtety(r) = % /0 N dt “([P(t), P(0)]),, (A.14)

D & 512 Fourier-Laplace Z2#Z X D £I N D (—fRIZARARX 177 TH B ),

NA1L DS, FHBZE x(w) DHEIRIX

X(w) = %(X@’) — X" (@) (A.15)
— 2—1h _C: dt eiwt<[P(t), p(O)]>eq = /_C: dt eith/I/DP(t) (A.16)
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DESITHAFEDT7 ) TERHIZ IV FEOoND, 72720, TITEHRLZIGERE,

1 1

Xpp(t—t) = 2h<[15(t),ﬁ(t’)]>eq 2h<P( ) P(t') = P()P(t)), (A.17)
DUTOMWEZM>TNWE I LITHERT S

Xpp(t —1') = —(xpp(t —t))" (A.18)

Xpp(t =t) = —Xpp(t' = 1) (A.19)

RAISFPHHACHE (TVI—F) HETFTHE I LIZED, R A19 (FHFH K EHE
PEIZBES 2RI £ 5 1, £72, KA DS \hp(t —t) FMEHTH D, LizhioT
x(t—t) (RXA13) FEHTH 5,

X(w) DFEERIZ, PIEIZBTSRRAO(E—t') D=, x'(w) D Kramers-Kronig
254,

P/ awr X (A.20)

w—-w

ikofEonsd, ZZTPILCauchy DEMEXT,

A.2  BFEERERE

EHPRIEIZ B 5 9045 P ORSHEHBEERZ AT O X 5 ICEHT 5.

~

Cpp(t —t') = (P()P(1)),, (A.21)
B age LT, ROREVETOEERE {4,} CREATEZ256%2EZ 5,
ﬁ ‘¢n> = €n ‘¢n> (A'22>
RIZFHIRBIZEWTEFEERRE |o,) ITHBETH, D&, WHHEBEREBIX
Cpp(t) = (gy| 1P NP ) (A.24)
= " [{@nl P|oyg) [Pe i enmealt/h (A.25)

AR

12£ U < 1% Mazenko [178] % &M &,
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Rz, BFLRBBEMEVHET 25625 X5, MBWELIZBWT, ETOREAIRE
X SMIOITHIEHEE Pog(R) = (dn(R)| P loy(R)) LB\ & &, WRIGEFLOREIAEL
B,

Cpp(t) = Z <g|eng(R)t/hpgn(R)e—iHn(R)t/ﬁpng(R)e—ﬁHg(R) |g>/Tr e PHy(R) (A.26)

EEFD, WE, Poy(R) DIEDBERE RIZEAT LR\, Pog(R) & Py (E#0) £ 3% (Condon
ELD, Tk E,

Cpp(t) =Y [Pog|? (ol o HH (R (A.27)
Y#EF B, T OBRIGERE O RN T,
Sng(t,0) = elfla(B/1 o~ 1Hn R}t/ (A.28)
=T exp <_71~z /Ot dt’ Vng(R;t')> (A.29)
L IRTHE T fE BB R (o TRE B, 22T, WET V(R ) I,
Vig(R) = Hn(R) — Hy(R) (A.30)
Vng(Bs;t) = eHa MY, (R) e (RIE — v (RH (1)) (A.31)

TH Y, KEIKF U 7-BFRE, g DHVWEZDZRINF —F vy T2KT, GEHIE Lax(1952) [179)]
EXDBEXE R Ko V(R t) ORFEMKAFNE T HERE R D Heisenberg RnmIZEHESHZ 5
N5 ehbhrd, BT, WRIBGERE O R EAHBE B U,

Cpp(t) = ; 1Py 2 <Texp (-% /0 "t Vng(RH(t’)))> (A.32)

eq

LEHIT B,

A.3 ARY MNIULIREE

ARY NIVIERDBAEFTE D /=012, FEEFEEEE (X A.32) OMfHEZ 2IR£T
cumulant JEF$ 2 Z & TIRD & 5 12FE< [80] :

In <Texp <_;,L /O “a Veg(RH(t'))) >eq — it — g(t) (A.33)
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ZZT,
e = (Veg(@)) /1 (A.34)
o= [ a [T, Q@uvL @), (A
0 0
5Veg(Q(t)> = Veg(Q(t)) - <Veg(Q(t>)>eq (A'36>

TH b, g(t) IFAT MVIIREEEL (lineshape function) & IFIXN 5, 4.2.1 fid 2 & 1
fik e 1 DOFHIREIE — RV ICH G T 5 RD5GHE, <Q>eq =07RDT,

(Veg(Q))o = € — €9 + hunAF/2 (A.37)

&mn,

Veg(Q(t)) = —hwoDNoQ(t) = ge-pnQ(t) (A.38)

B, ZHNENINDIZT VOBFEFHEERAOHES THS, LD >T, FHliT N
X IRENE — N OMIRTEENL Q DOIFFIAHEIBI%K

Caq(t) = (Q1)Q(0)),, (A.39)
THbd, WVEDBE, Q&7+ VOER - MREET o, a 12T B Z LT,
Coo(t) = (1 + n(wp))e ot + n(wp)elo? (A.40)

LEREL, 2T, n(w)={(al a> = (@ + 1)1 &7 & / > @ Bose-Einstein 41 T &
éo ::T; ?ﬁ%ﬂfﬁ*&FQQ( ) ZF[;/QBE*QXQQ() (Cf :_CQA]_'?)

Faq(t) = 3 (1Q(1)), Q(0)}),, = 5 (Caa(t) + Caa(~1) (A41)
Xbo(t) = o ([Q(1)), QO)),, = 57 (Caa(t) — Cag(~1) (A.42)

ZEAT D, TIT{A, B} =AB+BAT®H5, EHENS, Coot) D7 —V L

Coq(w) = Foo(w) + hxdo(w) (A.43)
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DXFR & AR DIE R ENZ N Fool(t) & hXZ)Q(t) D7 =Y T Foo(w) & hXZQQ(w)
2%, ULzhisT,

dw ol
Caq(t) = / 5 € Coo(w) (A-44)
[ dw r C 1 A4
B 7005[%5“75 Qo (w) +isinwt xGHo(w)] (A.45)

L%, L IA5T, FREEGRTEH (180, 178] &V, Foqo(t) & XpH(t) DHEANRZ ML D
HWTZITIE,

Bhw

Fgg(w) = hcoth (2> Xgo (W) (A.46)

MY SLODT, yholw) ZFEMNT,

Coo(t) = / ;l—w [cos wt coth <B727w) + isinwt} hxGo(w) (A.47)

oo 2T

&35, XAL0 DEE, Q DIREBEIE

i 1 —iw i
XéQ(t) =7 sinwpt = o [e of _ ¢ Ot} (A.48)
Thodho,
Xo(w) = 57 8w = wo) — 8w+ wo) (A.49)

Thd, Zorx, RA35D2HEMYZFETT B & TKMIZ,

Af
2

g(t) = (1 — cos wpt) coth <ﬁh2w0> + i(sin wot — wot) (A.50)
(P0))" = Cpp(t) £ 9, g(—t) = g*(t) THIFN

£7%%. Cpp(—t) = (P(0)P(t)) = (P(
WCZDEE R L TW\W5,

72z o 70, NAS50 iﬁﬁbl

-
—

A4 EBRMISHESNBHEHARY ML & DK

WIS (cm?) 1%

drw ,

—X"(w) (A51)

2WZIPng\2 / i it o st =9(0) _ ghaegt=a" (0] (A.52)

Gabs( ) =
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7z, g e BBOBRKRILI N X (W) AT MIVIZIRIE,

1Re/ dt e@leweat=9(t), (A.53)
™

—00

IRE TR f,, & DBIFRIZ, BB OKHH [92] £ 0,

o0 42w, 2m%e’n
d = 9| Ppgl® = A.54
/0 w Uabs(w) ; he ’ ng| me ( )
ThsHM6,
2muwng 9

ZZTném, el ZHAFEED-D DIRE)FOBELEHBLEMTDHY, >, fug =10
RIAREL (1/cm) 13,

aa,bs(w) = nUabs(w)' (A56)

abe () = QOD(w). (A.57)
ZZTLIFRART OB ETH 5,
BRI ART MV,

Temi(w) x w? Re / dt et i(weg=20)t=g" (1) (A.58)
L#HF5 80, I I Tw? i Einstein ® A {28 & B REOBRIZ L 5, N IFEFERE
BT BT H D5 NZHEEDOEMTH D,

)\:/OO dwwd(w) (A.59)
THd, TIT, J(w) JMREE-FDART MVEETHY, xhow) (NA49) ZHitE
LU=z 20T,

AQ(W> h 7

J(w) = 2 ;XQQ(W) (A.60)

/%\@:E?‘ﬂ/@i%é, A= WOA%/2 = UJOSO (AO = A(WO)) TH %o So = A(Q)/2 =g Haung—Rhys
WFTHD, 2X1& Stokes 7 b (BN & FENEDO Y — 27 ODFPHGE) TH S,






&k B

de—L v MREIEESDETEAE

DT, HA4EEE 5 ZETH W Pump-Probe (E512B 175 a3 —L v MEE)
B DEHE SEOFM 2GR T 5, 2 OFEROERIIA IR A ITEDVWT W5,

B.1 Pump-Probe &%

INGIZRT B RDINE L WD BlsH S, Pump-Probe 26 Tld 2 > b @ —)L X7z Pump
B £ U Probe 7NV ZNES E(t) M8H) Hy, (XNA2) 2525, E(t) % Slowly-varying
envelope (SVE) &L [77]) & EHBGEAUZHENWT,

E(t) = Epu(t) + Epe (1)
= Epul(t) elkpuT—iwpul |y Epe(t — 1) elkprT—iwprt 4 (B.1)

T4, ZIZTcc FERMDHEHDOEZILELZFKT, Punp, Probe 2NV AEE D H R WK
BIE Epu(t), Ep(t—T)IEZENTNt =0, T IC¥—22FFDOL L, 7 ZBERH L EHT D
(M B.1),

Delay time 4
Probe P — Kpu
o

B.1: Pump-Probe 736 DA,

Pump 7V AIZ K Bl BEORZ] t IZB 5RO T 2 ILF—IL,
U(t) = (H) = Te[H(t)p(t)] (B.2)

YEZ SN, Ut) L8, TO®D Probe SV ATE By (t) DREICT 2 R0 T 5L

107
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X— U(t) DEMLRR,

au(t)  JoH\ _ dE,.(t)
dt_<at>_—P(t) n (B.3)

LEFB (cf [181]), T I T P(t) = (P) = Te[P(t)p(t)] XA t 125 1 B I 2T »
%, RZDITFINVF—ZLIE, FEi# Probe Yo% /L AME & 0132 MR WIS HE 2 e
MORKMEE TS Z 2T, Probe O T 32 VF - b LTHIEEI NS,

AUE/&mﬁw:—/&P@MEw (B.4)

DK, FERRE MR P(t) % SVE JEL & SEHEGE AU 5 W T

P(t) = P(t) ekt e e (B.5)

= — [73(75) elksz—iwst | c.c.] (—iwpr) [5pr(t) elkprz—iwprt c.c.] (B.6)

= —iwpr [P(£)E5, (1) ek Ror)zmilwsmwpnl ¢ 0 4 ()] (B.7)

TIT (L) et p it TIRIT A TH B, LihioT, RHERGETE %42 IH
I, ky = kyr & ws = wpr % B DI P(1) 12 & B

-

AU:Q%n/dﬂmwqugm (B.8)
ThD L D& BARIIRN KIS,
ks =kpr, ws=wpr (B.9)
kR0t oks PO (1) &
ks = kpr + kpu — Kpu, Ws = wpr + Wpu — Wpu (B.10)

kR0 3 DI PO (1) 72 ETH B, Pump 7SIV AR WEHED AU & Probe /%
VADNE I UE PO () 12k %5 AUWD 213 TH 5, LT, Pump 23H 555
BEBRWGEED AU D7 TEH S NS Pump-Probe £ 5 NDRKRDEE1L, PO(t) (12

LZ o Tl & R EHEGEL (Rotating-wave approximation) & IFIZNL 5 [80, 182],
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AU — AUD = 2, / At Tm [PO (€5, (1)] = AT (B.11)

Thbd, AU IZREDMHEMEMIZ X 5 Probe 6O T X V¥ —DELTH D, Pump 2L >
TIN5 Probe BT RV F —DE(LE AT LEHT 5, AT IIF7 (integrated) {7
5 [183] & 5\ & Open-band /55 [78] LIFIEN S, £72, Pump 272W\WIE5ED Probe &ith
T F—IE,

T =
47

/ dt B (t) By (t) (B.12)
Thd, ZITn(w) FEFTETH D, KFEFTIEE# Probe K% DI TARY MLy
R 5z LT,

AT:/ gﬁAT(w), T:/ o), (B.13)

oo 2T oo 2T

AT (w), T(w) Z#IE L, Probe 7378 (Probe-dispersed) {55 AT (w)/T (w) ZHWET 5, &
AT, WEE(f, g) &7 =) &M THRIEINS ¢

/_OO dt f*(t)g(t) = /_OO g—: (f(w))*g(w). (B.14)
L7zh-T, MEDAX&D,
AT(w,7) 87w - . ~
T(w) _Cn(w) Im {P(g)(w)gpr(w)] /lgpr(wﬂz (B.15)

%135 2, Bi&IZ SVE B E HAMIZED TREZ wpy — w & U, AT OBERE 74K
FMEHR LU, 2D X512, Pump-Probe 55 %51 T 5720121k, KED NIV AEY
(R B.16) 1233 % 3IRDIEFEME PG (1) B WIFFD 7 — ) T&H PO (W) &2 FHET
&,

B.2 3 RDIERHINE

P EXD, Pump-Probe (552353 5 R DIHIE, ZEHAE FOEHREH (XA5)
D 3IRDIH

O (1) = < % >3 /_toodtg /_t:odt2 /_t;dtl [ Hina(t3), [Hin (t2), [Hi (1), peal] | (B.16)

2HlD, EBHOBNH S OEHGIEIL (183, 184] 25,
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WZ&B, ZZTHEIE/RIEt > ts >ty >t THD, tl, to 1 Pump #E¥, t3 1% Probe &%
EDMEMEHT 2L TH S, Pump BORZ ¢ 1251 5 3 IRDIEKRIE 73 M D HHFFHE 1

PO(t) = Te{P(t)p®) (1)} (B.17)

/ dts /t3 dto /t2 dtl)( t t3,t2,t1)E(t3)E(t2)E(t1) (B.18)

ZT, 3MOIEMIERB G (L, L3, t2, 1) 1&, BHINEDHE & Ak

S\ 3
X (t, 13, t2,11) = (711> Ot —t3)0(ts — t2)0(t2 — 1) <[[P(t) P(t)], P(t)], P(tl)]>

eq

(B.19)

bR AT

B.3 BMWRERET7 7O0—F

B ABETHO D E NG (effective linear response) 7 71 —F [78] Tk, 31kRD
FERIEIE 2 Pump 73V ADEEE U 72 B HARRBIZE 1T 5 Probe 7V AIZH 2GS
O184] ELTH D, 20, xOl(t, t3,t0,t1) %, Pump BEHOD 2 IROMEAEHIT & 5%
JEFTHIZAL (doorway state [171] & %\ & density-matrix jump [184]) dp(t) = p(t) — peq
(X5.5) IZBIT2MIPIERBE LT,

X (1,15) = 20t — )T {[P(0), Plis)p(t5)} (B.20)

ERT, TDEXDIT, BIPIEIZEWTHEMEARTE poq (I2B 1T 2 HFHEZ & 5ROV IZ, &
FEATHIZEAL Sp(t) 1B B HfHEZ & 5720, ZDEKRTIEEFREBIZE T 5 THOFEIL
Bl CEENDG, Lo T, BUINEICE T 2 RFHEBEBEEI, SIGE ORHEE
BIBIE (R A.32) IZBWTPHPRIE peq 1B 2 STTHIOHFHEE & 2R DIZ, Pump
7OV AINHEE U T2 B EATHNZEAE 5p(t) = p(t) — peq (A 5.5) IZHITHHFHMERZ & 5725 D
7%, ASHILFU K 2¥EALR E 1 DOFFIREIE — FBIRBITHE T 2205 E (cf.
4.2.1 i) TREI,

Ceﬁ(t,tg) |P |2 —lweg (t— tS)TI‘ |:Texp <_h/ dt’ 5‘/59 >(5 :| (B21)
t3

EEIT S, Pump ZSVART AT NIE, dp 1ZHREIE — FOLAL & #EB) O ZER” LD
TEU TR (REER) L AREDIens (19, 20T 70 —FTld ip % BPHriRiE
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(coherent-thermal state) peq & FHZZMH] L TEAL S H 72 RTE

6pu = (Pul 69 |Pu) = (QU)PquT(O‘u) (u=e,g) (B.22)

LIRET B, WEDBE, THALVX—F vy TOEBIL OV, = gopnQ TH B 720, X B.21
IZRALT D(ay) ZZEMEEQ IZEAEE5 &,

: t
CM(t,t3) = |Poy|?e @eo' Ty [Texp (—;_Lge_ph / dt’DT(au)Q(t’)D(au)> ﬁeq} (B.23)
t3

r#EIFB, 2T, BAEHET D(a,) X Q OV %

DY (a,)Q(t) D(en) = Q(t) + Qult) (B.24)

SRR, ZOLE, REPKROTFHEFELBEMETEIEICRS, ZhER
B%’ﬁxbta%,cﬁﬁﬁé@Jiﬁﬁﬁﬁwﬂvﬁml%&bfﬁf,@w@%
BRI peq 12 B 1 2 IEHIFHBIBIE Cpp(t — t3) ITIR D,

: t
CE(1,13) = Cpp(t — ta) exp <‘2 [ ge-phc?u(t’)) (8.25)
LFEED (78, 2% 0, REE— RO I —L 2 RO IRECEM T LS gD R
EAHREREIEL Cpp(t — t3) WCEINETI 2 5.2 5, 728, 584874 3RO E DI
TRTODE—AVMNEELY, ZO7 78 —FTlE, ab—L v MREESOIEMNHF
BIZTRE—AY P THB72 [78, 89], HRENKK 6p,y, dpe DFYT (1IRE—A U F) 72
TR0, 2R EDE—AV N (RKERODAZA =V 07772 E) OFMBIFEHRL NS

B.3.1 ERBEEOKLIHF I HELRTR

AR IR S O R RIFHBEREE C (¢, t3) (GN) DOBFMIRIEUX, BRI D & 512 2 K
D (t—t3) & UTHMIZIIRE R W LIERT S, LU, UFTRT LI (t—t3)
ZRIBIIZE OB NEHEBM LB D AZARMIE U THBEEZ2RT I N TE S,
IRENR R E L 2 WHMIEE T H 254,

Q(t) = Qo cos(wot + ¢o) (B.26)
ZRAB31LIZRALTHEDZFEITT S &,

Ceﬁ(t, tg) = Cpp(t — tg) exp [iQoAO sin(wot + 900) —1QoAq Sin(wot3 + (,00)] . (B.27)
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Z DI % Jacobi-Anger BFHT 5 :

Ceff(t,tg) Cpp t_t3 Z Jn QO ) in(wot+wo) Z I QOAO) —im(wot3+wo)

T T (B.28)
= Cpp(t —t3) i elk(wotao) Z T (QoA0) Jn—ik(QoAp)el™0(t=ta),
o C (B.29)
ZZTJp(z) 135 1 7 Bssel I TH b, BBETHRFEm > k=n—mIIEHLZ, Z0D
Cy(t,t3) & PO(t) (R 4.5) DIEERK

Xt 15) = 10— t9)Cy (1,13) (5.30)

IIRA U THEBET % &, aigiBBOBfRE LT,

P(3 t 7’ Z / dth t3, prk tg, Z Pk t 7' (B.31)

k=—00 k=—o00

%?%éo \—\—-‘/Ckﬁkéj\
Eprk(t3;7) = Epr(ty — 7)ete0ls=T) (B.32)

XET(t = tgy7) = H0TH20) N T (QoAg) Tk (QoAg)e™ ) x(t —t3)  (B.33)

n=—oo

= elh(worteo)y eff (3 _ 15) (B.34)

EHTTEA U, x(t—t3) IIAIRIGERE (RA13) THD, TOHRBAE— FOHA
IRE (k = 1) 25 \WVIMEEIRE) (overtone, [k| > 1) IZ & 2% &K, k> 01 Stokes it
B2, k <013 anti-Stokes #fE & IR T &, WHENTHT 5, AR T elkworteo) hIK 3 &
512, WELAERSR 7 164 U B0 (wor + 00) HRTIT £ — L Y A% 5D, A B3I
12 & OB 72 7= 5 REFEA BB ICEITT 2N TES, ZOXRRF 43O AT/T
ZHUEHD 2t 71y b OFFEIZHW,

B.3.2 RREGEISDFETHRS

BAETSRT 572012, 55 0FBEBEBOMITMNER %2R, FUXKNE Kumar
5 (78] WRLTWED, ZIZTCRYHNEREZDPDIRTTEEDIZAXRT MVBIRT
IR KU IEZR y(w) 2> TRRT B, 72, AL THWS Probe 428Ul A ¥ — L\
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L& BIER AT (w,7)/T(w) DERTET, PO 1) (XB.31) 07—V T&H# PO (w;T)
% Probe 7 #UE 5 DERA (X B.15) ITRAT D L&,

XM (w) = Z Jn(Qolo) Jr—k(QoAog) x (w + nwp) (B.36)
F xfi(t) (XB34) 07—V ZABTHY, [EHMPEZER] LIERIRELDTH 5,
xS (w) = F{xt(t—t3)}, F{EH)} =E(w) 2 EX, Bw)=E(w- Wpr) = @), EM(w) =
E(w —wpr + kwo) = E@ + kwo) THY, 0 =w —wy &L, 51T, Probe /L ADAL
HABEERL, &(@)E@ + kwo) ~ [E@)|E@ + kwo)|, k DEEDEAFHATS &,

AT (w,7)/T(w Z {Cr(w) cos (k(woT + ¢0)) + Sk(w) sin (k(wor + ¢0))}  (B.37)

ZZT,
Culw) = 2 | @)@ + )] T £ )
@)@ ~ k)| T 0)| /@ (B39
i) = =2 || @)@ + )| R )
(@) @~ )| Rex )| /1Em@P (B:39)

X ZNZ NWERAAHIRIED cos, sin K7D AT ML TH D,

B.3.3 ZEIRAE QoA ICLBZBETOT7 7M1 IILDZELL

IREIRIC & B2 FH DR X %Hméﬂaﬁ %, Ju(QoAo) DIIBUT A B P HIRIE Qo & A
T VYR IVDERL Ag DFE Qoo TH S 3, FEM (Qolo < 1) DHE, xS (w) (X B.36)
FEMLL THR D R TE 5, W, %ZME@J (k=1)Dae—VVAEZITEHZ5B,
QoA D 1IIRETLBLE, (n,n—k)=(0,%1), (£1,0) DHEZITHES. Jo(Qolo) ~ 1,

3L HITMRTTTER Qo D AT —IViE \/h/Mowo TH B, T I T My IHREET— ROBMAERETH 5,
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Jl(Q()A()) = —J_l(Qvo) ~ Q()AO/Q ti&ﬁ;{fg’ 5@?,

X1 (@) % 5 Qoo lx(w + ) — x() ], (5.40)
XET1 (@) =~ 5 QoMo x(w) — x(w — wo) | (B.41)

DED, xL (W) FHEITHRBE I fwo 7217 7 b UAEREZ R y(w) DEH AR K
WNTHh5B,

QoA WRELRBIZON, Jg DFEGHNILKRY, Ji, Jo, - LEIRDEFGOEED
ELmoTWwL %abf X B.2 1ZF— FEAEH wo =309 cm™! = 38.3 meV, Ag=1
DEET, ZFIRIE Aw) = V/Ci1(w)?2 + S1(w)2 DMHE 7B 7 7 1 V3 Qo PIKINARS b
wmu@n@ﬁ%yLiofa@ivtﬁmﬁéﬁéﬁﬁbtﬁﬁéﬁﬁo@mfn77
AL, Qo Xy DIEIZE o TEMMIZE DR D B o BRIZR B Z bbb, 722 X
CfcmVﬁbfy#&V%m,WﬁT%Ti5K Alw) 7B 7 7 ALz iﬁﬁ%@ﬂ&ﬁ

g =1eVD5w) OBEESZTHN-C— 2 DBNMUTHAS D12k 5, @, KA
&% ROGE, ZOX5RE—JIFRABVY, ERAKE—-FOHBEIZIERZAE LS
5, EBE, SWNT ® G-mode (wp = 200 meV) D707 7 A VT 1 IROE =T H
AREINTHBPZNTVS (cf. B1.10). RBM (wp ~ 38 meV) O & 5 2MEHKE— F T
I, B, MO~y =20meVDE>RRETO 7710V b, 77, QAo M 1L I
B5HE, 2RODE—=IDNENTL B, T5IZQuA)=2,32%5k, ELWEHRDOE—2
IZB o TV, ZOREIIHRIE v 2 NHEICHHETH D, —H, MENEWEEE,
DL BRELBEHOMBILT O T 7 A IVDIEDDIZDRMNBBEZ W bnrb, 12720, 571
ETMIZBITZEE»SIE, FEI T VBRTESND Qo ldi@H 1 X W IEFITNS L, &
MR DHZETE X, Qold Ay ZHRA 7\ [89, 167], L7223oT, QolAgH 1 &b KEL
RARMIE, Ag D1 KD KREVWE S BRE TR THBEEAPPRVENE— FDEE DA
RTE31%5, HDH0IE, FERIZBITLEMMEDOEE, Pump X TERI NS EF
BREIZHBILT Qo 1 KD KRELRBAHEMENDH L, TNTH, QoA M 1REIZRS 7
DITIX, Ag PR REVBEDND B,

B.3.4 RERHESDOETHIRN

BIEIDRERD S, BOREAF — 228 T S EZOMITHERRIUTOLSIZE5EZ S
nas,

AT/T(r) = / d—wAT/T (w,T) ZAk cos(kwoT + ¢) (B.42)

k=0
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