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TR 20 452 H 13 HRFS AT

LiIC®IT

B E T = AN L —F — D MBI F D
IR AN X DN X TR DL &5y DFE
HAEH OS2 REICLIZ[1]. BAED K &2
EEAEIRE L9212 10 Wem™? THD[2]. — 7,
KFFRFEZEBEFOMITBNTWDLESIL 1
cm H7Z0HKI 50 (ERLNTHS. ZhuE 3.5x10'°
Wem™ (IZAHY 5. EIREL —F — L5 F DO
HAEAIZED 107 Wem? (i CIEFEIEE SO
F AT AENRAEL, SHIZHREE EIFHEEEY
(& DAHALEES. K1 IS (Rt
) ZEIINLT- L& DKFEIRFDORT ¥ L
TR UT. R A R D O EREE L, 22
BB N KIS TR KR L ThD. L —
P — B OKERNA A ALK LTRSS
(W) 1L —F—BHICL->TEDLN
TeRT i VIEREZ T T D R AF L,
Z LU THE D EEE AR X CHRE O 3 IR RE B % A
A AR S.

1995 FEETHRMEL —F—FF#F R0+
DR BRITIANIT L, TR /U728 DA H AL
F, BRIREENDIH722)7 14y 1 ThoT-.
i 7T ATiE ADK (Ammosov-Delone-Krainov)

73], PPT (Perelomov-Popov-Terentev) B
[4], KFR (Keldysh-Faisal-Reiss) HEffi[5]72E %
WO LT HAF ARG E D L D33 i S AL C
Wiz[6]. — 7, A FaERELTEARIX
1995 420 Dewitt & Levis (LA EHFRLEW D
A AR THAD [7]. WHOF FITZEN
EFTOF /R, vapor —HF—2ib 141k

LEIRD, FERAIIEIREE (107 Wem?) D7 = Ak
BV A% WD G5 F D53 F G A4
MNEIZERTHENIEDThHoT-. FIRE R R
IZ[RIFELT Aicher H[8]X° Ledingham B9 -
THMESNTND., BRI FAF U TED
SBIAA LV EIFEN TN, Yo —o 3
MOIRIT CTIE Y FAF LV ERESR I TVD.
Fi2, ZETES AT HMRBEUZ 25 7L L
THER SO AT %55 T FREEA T EIFFOYR
F AT EXKBT D, TTT AN T ATy iR

B A LR AT ThHDHETS.
o4 no external field
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® 201 10PWem™2
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40 . . . 35PWem
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coordinate / A

L T BT IV BT A2 TR BRI DRT v

AL T OREIRIBEBNTETAF
RT3 XV ThD. FHADLGEITX '/
D 1213 eV B/ NTHDHD, HHE 1280 T
1%.5.95 eV 735 16.2 eV £ TOHIPH (FEE A4
fERT %) OLONRTHIR TAFTES. &
L TR AR DIEVIEFER R D FIETHD. 2D
TFENFE S AT ALD R ROEBKTHY,
BHEZR L THD[10]. TTT A MA b7
W3 AT U A RREND T LA A 4 T R 5y



FRRBELNZ. LL, 7= L 2EH
WTHMLT LE o T A AR LN L3
DINETRY, Ty A NMREBET DD D R
DEEAETRoTe. IO FRIZ BV CTE R
JRD— DR NIBE DR E DN DD, A HTADY;
ElEANIT LDOAA A% ADK Bl TRl 32
ZLIC RV NRE A HEE R DAY, ST
DG ETIAT ACTREEFEI AN T L& R EH
RO NS A1, TEHBEDORE ) KO
Frx OEBRICEAL T2 TR, (7oA D
IPNVAZEDDFAF L DAER L TIE3T
BUINAVR

— 75, A AR B LTI A A b
(suppressed ionization) 2V O RTEMNRHH. Tl
AT ACHEINRAZ AR T o ML o T—
TNTRESTRNENI R IR DD, 1TF
W CA A ACRT o Va A $ D7 H AL 2
T3 FTho ThAA AL ITEN D R,
Bl ZIXEHZLET LA TIHIEER %R DITR L
TERFR X/ TIREBE D BAF AbEE
H/NZ, HHESy Tl Hankin H3FEA OF
Wy DA AN E R, T ATTREIND
AT ACEE T F R F DI BN Lz R
TWB[11]. TS FOEHlAF Ak B
TITAIZ TR RB.

W OO FE TR A A O BT T 2
AT DA R E R (FEAR 53 i) DSBS L5723,
L— W — R 10 Wem 12T ALk K
WG T AT DAELDHO 7 —a KOEIZED
Gy FA A ANIIREET D, ZHAER LT 345 B
FHBA (covariance mapping) [12)\2&k D7 T A%
— OfRBERFRO R E S, B w iR B & w5
BT RDFERIZR 20, SIRfRBERFE D R TS T
WA[13]. 10" Wem™ 2l 2 5 B A Ak fiek
TIIRZHOE DR, FEoT-2 DR
FAT U NEND Y —1 I IR 5.
ZOBRITT —a R LT TVWS[14].
(BREF DI —a g FE T OV TEBITTR
~D.

RZRICEBEL — —cLd A AL E A
N ACE ORI AW FIE LTI E

v

ST ~DIEH NCBEL T T, AHS D5
WAL CTEBEE B EERD
B T NEWBEFRDIRBOBR 2>
T7T TR,

2. BHREDRE

a) EBR

Tz ITAT ALDFERR (K 2) I8 KL —H
— i F v — T VAR T Z T AT
—+H— (X 3, Thales Laser Alphal00/XS, 0.8 um,
<30 fs, > 15 mJ, 100 Hz, RMS stability ~1 %)
NIRRT AN w75 % - H IF %% (Quantronix,
Topas)z H V7=,

A DI S R TRAT IR [V & o A
7 (1X] 4, Toyama, KNTOF-1800, m/ Am > 2500)
AW U 7VERIELTEAL, ZEME
R WE T DIZ D S1% 107 Pa &L CHEBR
AT (S RIE ST 5107 Pa LLF). JEE

MRIZIE 1 mmeDE L R—/LEHH\ T 500 um D
A2V hadit, L=V —DENE sy TR L
AT L DHERRHTHINIL ThHD. 7—a &

Ti:Sapphire L—#— p=n

20 KRB NERPACEERE L — Y — 2 &

3) Regenerative Amplifier

Pump Laser

I 4) PulseCleaner JEDI
e % 2024 L
~ 0 ] i)
TH~ 4o 532 nm, 7 ris, 100 Hz, 120 mJ
5) Attenuator ~J o 1 ey
6) numn‘l;\h\h; ! | 2) aopoF |
Amplifiei i ’
A= =33 Seed Laser
g £ — 0| Femtosource 20
1 L =0
———— -
=y -t
- -’
> o 810 nem, 20 s, 78 Mz, 500 mw
~f
T mnuorv—) 1) Stretcher

30 AL — b I — 7 UL A8 Ti:Sapphire L

—#— (100 Hz, 15 mJ, 30 fs) DA%
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4 PEHRGRATRe RV AT RO AR X

HEOFERTITERSIFZEREELTHY
7-.
b) S IR EE

EIREL — Y —Z2 WS AITE R ED
ALY CEETHD. @Il —¥—
D7V AT O VX — ) WIS, /3
WVARENSE T 5, HDHNTIEE ATV
[151DbED D HIENRHDHN, BN TOE

JEWTE AR Z E B RIS HE T D LI NEETHS.

Fio, WTHICE AR R 2 RO BRSZEIEIA
HTHD[16]. —H>DORERMR I HTIEELT,
TN ADAZ W EDLETRE L RS
ERHDH[11]. BAA AN, TR DX}
Bt L, @R DA A I B A S
L CHRBEH & A8 75 LTe sl DN DA A L i
(l) THD. THUTLVENBRE O xHE A 15
H(X 5). ZOfEIER A ACHEE KD D
ADK G310 0R MU= E CHBLHE, ik

ion yield
INg
X
o
N
+

1 013 1 614
intensity / Wem?

b BRI — R () OYTES %L /2 (0) BET
FTHL(0) BAFLEDL —F — MR

L= ST A—Z— DDA E X205 LT
DFSETEET 5.

3. 7= AN IV RIZE B FAF L DARR [10]

BRSO DEFREAAESE CO, CO,, RIEHE,
T ACE W IR E DFHR IRFALEMEFRANT,
RBIR T E2Z TGP EBILAEMIT S
NTCW5. FIRL7ZI9 7 = AP —F — (2 &
L 1 DAT ACDFFET REHO—DIF,
L —F—FREA 10" Wem™ FREEDFEEITISU
THFAT L DR PBLES I, 5 F AT D3iF
BEUT-T7 57 A M T DNFERAT D 0 M 3 R
DINSTEZETHDH[T]. ZOFERITT /B BLO)
vapbl —Y —& A A LI W TS B Lk IR
fC, 7o AN — W —Z oA A ARIE
DAAF ORI EELC THIRRE -, Ll
ND, TOH%IEE 0.8 pm O/ ILVATIET T A
VA B EITBRS D F I D3 <o
ot LAIRBEZ R D DFH —DERIL 5 1A
F U DREMTHLHN, k2 RBERDBZAVET
REINTEE, BIZIED T OREE, R,
ofEE, TREEDERETHD. Fio, fREEHE
WIZBAL TIEkbiL, BHAERAT L,
HE, B FEZERE ORI REINT.
flzd F2BR b RIRER, i 2 1358 O BAELY
DAREA (L—H —shE N EEEL/ NS BED
HILTND) RAF IR DR (oA T4
R LTzAA L UAABBLIIL T D) D3 ER ST
AY:Y

— R TFF TGO MAT S TR T
FRMNCRIEHT5. -2 ity
TG A AbSNTEL T, £LTTY
TV E A T H A REMER D, —fFlEL T
6 (ZARY~—HIZEL L= T L — Y —
L, HEDL T A RBEICE LSBT ED
HEEOBTERL. A3 ECT A4
DL —H—(0.8 um)EHnE -4 A4 1212 MREE
LTeAA L INE L AL DT E[17], LB RET- &
W RSV ARG Tl DY 0.8 pm ROFELE RO



6: A4 1EIZLD N, N, N°, N'-tetramethyl-1,
4-phenylenediamine D75 4 (R~ —H1)

0 4 O Q

7: WK 0.8 um (130 fs) L—¥ —WBEHI LW ) A4 %5
255 F (LB) LB A % 52555 T (TEY)

NNV AER WG B LR TT I T AN A
DA BEIRNZINHR ST &2 R ZL 18],
T FF v DR EES BB T DL
AN L.

TITRLTALE YT ZE N U AL
TWDD, I 0.8 um A RIZEBAA b
19& LB Doy 1 Tld i 1A B EIHEDLI,
TEDTTIETITTAMMA VP EITELD.
ZNBHDFIEAT 0.8 um (A A DL A2
Vs, BHDHINTH RIS,

fth )5, 5856 7512 LD bk ik RE A= pl o> AT RE
PE2Y Markevitch HIZIVIRRESNTND[19]. A
A ALTEI L FOBEIZ BT, L—F—5&
B LD IV E TR S, FETEGE
B L0 hE R BB A k- DT &M B AT LIS
FORENTVD[20]. A4 DfiFEBEIZ SV T
SR FIHEIINC IS Stark 7 hoo#E R, Bl
TV RhE R BB AN o PR BB A 720 (WA~
VD AL, fERL — Y — B R
REREAE AL, FEWrEER T > TAERR LT hE

KA CTAA AL, SHITIEIAA T DIk RE
b [AI R I S 72 D 723D FEWT BGE RS 23 20
Jih e IR BB AR Rl A R TR BE T D SR RS
TW5. EERAITIZIELGZ O bk (2 L Db
FLIRAE A AR E D KB H KD ED b
TR, FRBEA AL DILERIZ DN TR ELRE 5
EEBRFEROEBDHELITWD[21]. 72721,
ZOHETIIH DR E DWW EIC I OiRBE N2
HFENZOWTITFB 2 k72, 55 Trushin
DITE R ANV R = VSR EREIL, =y 7 LT b
FANR=L TR R (0.81 pm) Bhitd T4+
AF2 R, B E (1.35 um) i T7 77 A b
FUBERTHIEE ML TS, ZHULHIC
FEHEOLV—VF — N2 AW e s m x5
NHENHIDITTIEe, RS 0.81 um DA
I3 AA LIRS, 1.35 um CTldAAr L4Lgo
W ETHHZEIZIVALTR R THDH[22]. oF
D, KIREL T state-to-state DIE T HZ TH-
T, Stark 7 MIEDWINARZMLDT E—R
SV TRV RGN L2 D 135 272
N,

Fo, A DOHIERH S TH oy A4 &E
T DLV HME N DHD[23], WL DFE R, fif
BiEAR T2 v v AT LR\ BRO AR B I3 5= 3
N —, 5T DOIRENE — N OB L% —03
B T<%H RRKM (¥t i) I THY, L —
P — VAR E LTS IR T A E &
ESpAE R =SV AN N b & TP AN AN ST
AL —F—BRERNRKRETFIEETOSFITE
filiA A L7207 — AR FIZ KRB 5.

8T T 7H L DREREIR LT, XL
PAHFHA LTI ANDOPMLDIRN 1.4 pm A A
ETIHIZIE S A4 (M) DRBAL, SHIZ
DAATALIMMETHI TETND. ZOFER
VX fREE DN D7, BARDAFT L B ERTDHEND
BERCTHREREWZ, ZNETHE 0.8 um 12X
DA A TIZ G FRED N T D IO f
DL BN EEChH T+ DR VA F 1k
DIFFEINEHICLATREIC T2V 2 5. {EL,
1.7x10" Wem™ L3R LR R E N0 7 —
0 ORI KO RBEAE T TS (mz = 26, 51).
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8: FTIHLUDEBARINL (a) 1.4 um (130 fs) 141k
(b) 0.8 um (45 fs) A A1k, L—F—igE Ik
1.7x10" Wem™, M* 12 Z D FAA v &HE

Fli 2 ORFHZ LY, A4 DORULANRT L L
RIS BN H LN o Tz,
Fo 2 1T LA A D bR REN A AL L,
Z D 72 NERERHL (ic) 2% 5 Z LI K0 ihitd
TR —DRFB =X — LU TERBIND,
WD DRy Ny T IEHE[ 24 TR A U5 LR
RU7= (K 9). bk —PE sl e 4 L AE
NTHDIKTZETHE= X — T KL,
Oy RS FE I I TR PR HA R 5. MU a4
VEIEIEICT D, HAHVT LV AEEELS TS
LN REINZ DI E N R D EMIFFTED
[25]. SEBE 15 fs 7L RZ WL EfREEA A D
FEDWAD T HZE%E L L TWH[26].

AL DILIGLISN Gy A 3 DA 172
JRIK &L CEAF OB E BN ESNTND.
ZHUIAA AT I SN T E L — P —

hot ion

~p Fragments

ic k=5

9: PERULIZOFAA L FRMEEAE OB, SCHK 170 KD s

BTV ES N, B O RV
VNTHE L T RER SR TEVIHDTHD.
FE, BTHEENRS o T0%
filfi A A2 O A e (FE P HCEL) [27]50 i IR = il
WA (B Pl 22) [28)IC KR&ELSFHL TS
ZEBFBITWDED, AR T TIRIREAE KR
STV, 1.4 um TUE 0.8 pmiZ e~ ClH
Ui CHEIFICI DB E ) = L — k&
W (3.1 %) ZEDD, RO T RILF—HREL
(10™ Wem? THE K 58 eV), ZOZNEMR LY KX
SBNDEMIFRFCED. WA W GE13k
HEN-E T OHENERZICIVEDLN, F
EZEOMERITIZIEFELRDITTTHY, BETH
EZE DN R RFETE .

T, AFAITBWTITEE O E#HL H
B CHHIEEIRRTEL. AR LzLHIcE N
FREE L —— DL 2D R L —
LIRS, 2V AEDE 955 CEYE iR
FE RN, 2O A B T E AR OL T
MEETHE DL, LIRS, EEEIZIE
EAR L RS TIEAA v DB N RS
(FMRIED T A/ NEW) . ZhudA A AL TIdE
BOWREOREE, HNVHREL BT 550 6T
HDH. ZOZLIZFERITITE O TV,
Suresh HIZE S TR =V T T 77X — NS
NI=DIT T THDH[29]. A 50 X B R
DIREZRFLHEZL, MAA(F1/2) DAF R
R L B R L CRICIZ 22 5 X5 12 M R
WDREEEDETHDTHS. ¥ 10 (2 ADK
R CROT-F v /o DAF N EERLT-. H
RICOREE 1.3 (5T DR AL
EEIERICIT/RDZEM 3D,

F TRV AZBNTH BIRE KL ZAliA A
Y DERIERET T T A A DA R L
L7e5 813 1la BB 00, IRIREIC
BWT2AliA A AR ARG (o) 2 V=55
AR THEBRE (o) T KRB AN, Zh
IXEFHBRILOEETHHES 2D, —FH, K 11b
DBAINBEFY 710" Wem™ (i KEfZE T %L
F—1E 13 eV) ETHRTAEC T, IOITEME
THEM, MR THMRIZET RGN, 2



DG FATIRENE —R DD IRNAR B [30]0R
LETRZAM (3, 4 1) D Ceo [31]1D A LEERY,
53 R PR ZE R D R X2 5 BT/ W&
T 5. B O RLX — BN EEE—RIC
BRSNS, TV RRE DTl Dl
—ODE—RHIEVIZHEEIND T RLX—N
INEL 72 BTe O B RICIZIELR VDI LS 25
[32].

10"°~10" Wem™ DI Tl Mathur H1210

| T
10'2-; X + 1
3 e
© ] 3
QO 1074 E
>
5 1 linear 1
- 10°4 — circular 7
1 —— circular (shifted) N
10° 4 ey T
10" 10" 10"

intensity / Wem™

10: ADK HGERICIVGEONT2F 1/ o Ul A IR D IREE
ettt

10" | T .H;OM

effective laser intensity / Wem?

RUP[33], Ta— L [34]7 8 R AN,
BRI E TR D 2D FER S TOD03, |l
IWOENHREITEEL THHT, B HEZRED
NRI2 DD, HNEEDENIZLDL DO
e YIRSV

—F, ARNRE T LIZ5A, R 0.8 um
D73V A% WD LR R LS PRS0
T U7 DIRBEPMEES LD Z LN 535
72[35]. X 12 \ZiZBAF W& E 5y A AT
BOHRI— P —RERFEZ R LT, 2AA
VI EILEARR, FRETEDLRND, 551 A
N B TE R A WSS DR Z.
13 15y A AN T DK B LA A
DOV —W — R R A EEZ R LT, 22T
(XL D7D 2 Tl VX E AR e O 58 (
BHIREE) , EHZIX MR DIREZRL Tho.

10°
10

10°

ion yield

10" 10" 10"

Effective laser intensity / Wem™

2: EAMEIEGY, m) BLOMMEE (k, 0)D#E 0.8 um
(40 8y IVAIZINAA AT TR DRAF

—_

D) 1o T
i,
Fost y
=
06| y
0.0 - e ]
10" 10"

effective laser intensity / Wem?

11: a) A —H—38E (1.4 pm, 130 ) IZxF35F 74
LU SAliAA Y DA R, 1l 2ff (o, 0) BID
24kt 34 (o, m) . R ONUATENE TR,
EMRIEERT. b) AT VIR (T) (55 F
(2 COMBDOER, M) A4 VIREDLFE. [F
O)BLUEMMRN (). STk 32 Lvisi;

(B)BILO T4 (I£4) UL &.
CP Laser Intensity / Wem™
10" 10" 10"
0.8 rr . v
06| Circular 4

04|

02F

Ratio [C,,H, ,/C, H ]

0.0

LP Laser Intensity / Wem™”

B 13: EAk(m) BEOHREH(D) 0.8 um (40 fs) »ILRIZE
VEUTZT T/ DAF L E(C 1 Hos/ CisHio").
MwS DL —V — g s X FIN & OX & /A4 %
52 5EBMRAEDHEEICADE THD



2X 10" Wem? 22 % & PR IEE V=T 23
FREEDE L CWNDZ LN DND. 2L E - FHdEf
e\ LD B AE TR TR,

14 (ZA A AR NI A A Db i L %
XRU7z. fafns e Ll B g —3 — 08k
Dy 1LV —F — DR 6 7 1 &4y 1 il
FIZEHbbL T A A AbIb. DFAF 1Mk
SN TS M E T ST VRBEL 7209273,
BN H RS T AT D EIRCICE DS
FTRICTHD. LNLRNRD, A4 Ok
— W —DRIEFTRAT L DEBET— AN
b7 TIZRRBA0. S FEY, ARED G AE
AR YA WD KO kDA A 13 %<, 4
fIRIZ BEDMERDPRKENENRD.

Lk, B A OWILART ML EDOBIR,
PNV, RO EREERET DL, A4
O il R AEDMRBE 2B i > TWAZ LI FEWN
RNENZ D, FIEIRIENE Lo TER T DD
Dy, DEYVL — P — LR BRI S AR
K200, BIHICIDEGE THERT 2000
FEERSILTWVDD, ITFETITHE X DREL
Te A DI LB b IR A Bl SR B L2
it OO H 2 SCHRFS 245 R AVHE 2 i ST
%[36].

Ior]rzahon 2, "E“Iﬂxﬂ‘“‘ ::::.mm
. "r_'_ 2By, formation
t :
<ot <G5Sk Transition
% 2g, »24, moment
ground__ 1 Av 800nm
state
14: W 0.8 um 7 SVAILEDET VT DAFALB I
TR R ORI

4. BREGFOMfAA Ak [37]

WFIERCAA AR T ooy VoG DA A
TR LTS G, A4 AR E D RS T
HDOD, HDHNT/NINFEN TR, BRI ORRET
SILTWD[38]. FrIZ2 0 F Cldd m gk

11

BLIE O FRIED S g am 23 2, A A AL
JFIRELT HOMO 250 85 M 728 1 iz
LT 5T R EmIIL TN, BTy
Tl ADK B35 CTéHD MO-ADK[39] 3B S
TR, WK UL EIE(TD-DFT) T
HEIRSILTWBI40]. L LS, WFnb i
HEZ2 FERIFRME Sy 72 B LTI BB 23 HE 1 7
Hleikm DR GrLlg> T, Fe, A4
(LB IEILIG Z A A AL TH Db X
NAFTANETHDLIN Db RER. 3 DA
A AL B SR T B L7 107 Wem™ 12
FEINSTHDHD, T DA F AL RS2 79
BHESICESH WSS Keldysh @ y [RF-[5a] DfE
THI TR DBA, W 0.8 pm, 3x10"
Wem? T 1.61 Thb, FEIE LT HEikICH 5.
— 7 BEBE R X A A AL [41]DME I 2.92x10"
Wem? THY, FENELD. HETFATML
IZBNDEBE A A AL A DR HIR e — 2 %
BIERT D LI OAA ARG 2T L T D
BID3 D 5H703[42], WT IS HE L F A4 1k
TOMEILIEIIGZ B DT R AF
AMEEBLNEITIEF IHIWT L SOV EIRIZH
5.

F7-, I ADK iz A&k E T 5 —E L
DT IVHE Y TIERWEFIAFH RS TR
[43], Bl z X4 DOAA AMLITB N THBHER
WERNHESNTOA[44]. FINIZLE 2
HGLIEE MO R THAHEIILTODNR, »
FTHIUCH L GHELFRID) R K& 7255
DA, B A% 5 HIE O SRR D fth oD B
RNZ X0 BN A A AL E IR T D ST EEL .
—J5, ADK BEERIIA A AR T e VN —
DEF-ThHhoTHEDES THY, F—iaflel
THEREFHTHS.

Hankin Si3ff~ O 12507, fafnA4
AUFRE (lg) 72 DFRIEAZ B AL T ALEE
BRI D2 A A [11]. R AT A1
531 (22 FE¥R) Wb e A A AL TR L5
BRAED J 5 ADK RO AELDE K&
< RAITHARTAA AL LEENZ EDRRIBS
7o, LInLeiih, 43 FHEESC 5 ik & DR B



BT 2RI o7 FLIXIEEA LT, 22T,
2 NTSOIZIA () A A AR T v x v
DOFEPH, 7L TIX 5.95 eV 5 12.1 eV [37], A
K FATIE9.54 eV 13.60 eV DFi 451D
DH X BRI RH I T2 AT ACFEEREITV, h
FNAT ACBRR L LTz,

Hankin HIZE0EALNT=50 1 (K 15, O) D
Lot (FZR RNAF ACEHEZFLR T 5D ADK #E
FRBINCEVIFHAIVICAE (X 15 FEf) B RESL
NTWDEDITHLT, TIRAX HHITIFIZ A
ETHOIENDND.

F_. 'i'l‘z oy
He-  N<i FJ':’C"}‘"F: Ne - I
1000 _}—J_': r""'—h st ADE
E o }/’
= 100 ey
l_
‘H':f' @—“-“:
= 10 b, ® Amines
* Methanes
@ Hankin et al.
r T v T T 1
5 | 15 20 25

oty lonization potential / eV

15: £ 0.8 pm (45 fs)D/ UL AIZEVIELNTZT I () B &
DAL A () DEFNA 7 ALSRE D FEBRAE (gt exp) EA
A ACRT )V OBR [37, 45]. Hankin HIZE-
THRLNIZHED T BIOMHHAD lyiep (0, 0.8 um,
44 £ [IIDHRLTHA. FE#IT ADK Fimlc k> T
DIV AL — P — 8B (o apk)

A AL NESN TEZBEF DB S
DM A A AL DR EUCGEAEE H ST
%. HOMO LA oD A A Ak EBFHBEIC L
HL—H—EBLOERTHD. BB IR T
YIVDOERWLE WD ET2Y 10" Wem™ FRJE
DL —H =B TH o (RTER) 3570, #
B FOVERED L CL — Y — B A FE5)
AN, A A AT b2 LTRSS
5[40]. ZNETAF AL TIEH—FEF DO LD
BEINTED, ZETFRTIILLAINLD
EZFHNARTHLEEbDND. iz, b xv
AFACTIFAA AT DEF B —F —E
(T BB RE SR D E D N EE Th S,

12

INHIFETCL =Y —DOREKBH LD A4
NEDFHITHY, 7S, B ORI 50
FHLEDOMHEICREEELZ T HETHIN
5. ZNETRBELN MDDy 1 L8R, T
ROAL AFETITINH A A AL LB )N E W,
SFD, ZELRICHPPDLT BT
&5 ADK B CRLR CEIZZ &I T I 0oAF
BB A RSN HY, A (Fi T A) RO
AT ANFEATHLZEEBRL TND, TR0
T ACAZ OB IR SR B, e
v LOFRERBEFEEZL n BEFNLTHD.
JRTEAL LT3 B 1L B W BB 1B Rl
LT, 2, _UBUBEO B LDk
NEDNSNWEIIFFTED. ZHUTIERTELL
B DAF ALLITR A THY, TI 0
17 AU AZ D RHEE TR R R DA A AL
135 FHLEICR<R A LI R L — Y — 78
AT ACDOFHE IR UTCRE RTIZEE 2
2.

5. E¥HFDr—a 483 [46]

7 —a AERELU TR FETEITLINDE R
5L RS (> 10'° Wem™®) TOMFFE LS5t A
F UM EIZALNDHREFHIROMTRIZ 5035,
R CIE 1995 4E1Z 10 Wem™ fEIRIZ 35T
Cornaggia |ZXW T BT LU Ry FD7—n 18
FEIRFE DI IL S B B A W TR ET S 472 [47].
Fo, EHIRTHEO RN T —L o
IRER 10" Wem™ il 2 % 9 BE I T [48]
RVEK[49]BIT K-> THFZES LT, Z DGR,
charge-hopping iBFEIZLDHL —H —D RS
~DEMIF A DORIFHREIRE S T
DR, EB) = xL X — LMD AR, il
FNF =5 FOREIOMAG, ERFICLD
1858 O PR 2h e EBLR RO R R DL
[50].

— 7, B FIREEA A AT N T OHREF T
TUEE L2\, Sy FIRBEA A A E B LT D
ELTIANABT ALAZ SR~ T BB E AT



553 1[52], 7 /va—I/V[53]5 & OWFIERHDH.
FRZT v — VIZ B LTI Bkl Bl &l
BIEIZ IR 21K, SIRfRBEBRE G TS
TVWB[53].

2R A5 IR T DFREICERL C2 oD &
DU SN DGR, HUHIRDMHEE k722 oy
FIREEA A OBGE L0 FREEICH R T 5%
HEPMEIORTZEIIREECHD. T2 TH A
FEIROCR H R EEZA T2 =HAAAICEHRL,
Z ORNENEZ KT 500 1S R 170 7 —
R A GNE LT [46].

16 IZL—H —DIRIE T REAA L DRAT
2t U CEATICLIZIRE D ethynylbenzene D
REIRUTZ, TTT AN AL DE—I R
TWADITT —a BRI LA A HIRATHRIC
KU CHIZ IS NS FITEEL TV 5.
N ZEAEG OKREEEAKFEILTHIEITED
=D miz =13 035 14 [TIRDHENIND.
I KN CD (CH)2ME#E) =R L — (K 5
eV) Z VL — — DR IRy BAY I 2
FHEHZ I L TWDHTD THD. X 17 121%
L — W — DRI 1% A A ORI TN AT
WL AEERELTESRICRBITD
ethynylbenzene-d D/KFEIBIPEAKFKAA LD
HE) T R — M a m LTz, KBAANLE

ion signal

ion signal

11 12 13 14 15
miz

16: {73 800 nm (40 fs, 4.3x10" Wem?)y UL AIZLDAA AL
7= Ethynylbenzene-h (a) 3310 (b) DEEASIML.
L —P =D BEA A O TR R L CEAT

13

FTFHNTH SN TWDDIZKIL, BEAKRFAA
OFEHITIZIE 2L —F — DR IE 7 T ik
HENTWDZEN D, £, CD BEoinbd
LWV Z LT A= R L — D REN =
FEANOIMIESN TWD., 20 X)X
RRKM 7 A igad Cldred 7 —my ORIk
LIREECHDHZ LA EIRL D, [FIFFIC C,DT,
ZLT CGD ETHMRE S MEE - TS T
B, =F = EICEHbH N ETL——
fRIEHT AN > TBEB L TODZ e o7,
T, B UIZKFE, BEARKEAL L OEE T
X —1T3.1x10"° Wem 12V THEE 35 eV,
K 80 eV THY, ZNIEITFOZRNLF—%1F5
WX R R 73D e Eb AT 72> T Ve
TR s2 0, L—Y—EHRICIE - OR
B2 Ko TRER 72 BATO TR LS E Z D IEFE
THLDEZEZOND. T T2 AZEITS 40
eV OKRFAAVIHHIZBONTCHLEF—ELR
FEAGIC IS TODI[54], —EEEDOR
WD E BT DHZ8I2ED, BN ER O
JRTEALE BT DSR2 8B 2 T

0.8
— +
© 06
g H
‘B 04
c
o 02
0.0/
0 20 40 60 80
kKinetic energy / eV
0.2 +
e D
>
& 01
c
Qo
0.0
0 20 40 60 80

kinetic energy / eV

17: Ethynylbenzene-d DA A AL CAUTKFRBIONE KR
AF L DIEF) RV — A7 1 1(800 nm, 40 fs,
1.5x10" Wem?). L —F—DIRSE 7 aZA A OIRAT
TR L CPAT ORFERR) B LA (FEHR) &L THIE



5(X 18). H—4 oD m=r/L¥—7 1k
VIR K FE B ENER[S5)1E AT
FEFICHIBRE O GRETH LN 2 5.

6. MWEST~DH [56]

FhIruna A Fx o ANFE T ARG Y
WME THH T AL TIE, BRFHRICK
%R MR 72 E DR DT D128 KT LD
RN GE 085D, FrcZ xnr AT
B IR IN AE TNy SRV OB N (A7
HiEALT OV, @RET 2 ANPL — P —IZ X
DA ACTITIELB LI+, HDHNTh R
AT ACIZTVAFT U DAELDTZD, bHpDH 5T
MAFAETED.

LINL D, 3 fxMb 3T A4 AL TEL K
M, 3THRA/HH THMLAECTLED. K 19
21X R 0.8 pm D7 LA TAA AL LT 5 i
N A OFE R AR LT [17]. A7 DR
UL &G RV Z R 7R AR BE A B0, 51 2 IR X A
TP o7 25 FE BRI E AL EIZ L > TA
o ORI IS 2 D7D TR TIE R %
AU, AN, AR Ty T A4 DAL
RSN CIEF—E ROy FIX B H k720
728, KD fRIT RMEERO KN HEH D
BREFNTHLHEEZD. AF AL EERS
FIZIVF AT U FHOBREIZELTHERT
BHHENIFE R EE TG, EEHOX A4 F
DA, 1.4 cm Ty A4 DA
100 %23 FIHECHY, “IGRBEHATIZT T A

Heavy Fragmentation > Molecular lon
Resonance Off-resonance

19: 0.8 um (130 f5) IZEDAAALERD Iz TP UL
PL(17b]

18: L —P—{WHH N> ThikHEShbdmF =L H sk
DI FT AT LSRN E DB U B
HkDTZT AT

YMA U B RENDE DD 5 FAA 1T
BRI T &7 (1K 20) .

Flo, KA ACIETIET I T AN A D
A A INTE B EA A A B L DY L5
AT INETOFEEEG LY TIVEEM, 1E
eI RETE DFFATICESL D EE 2 BND. EHIT,
R SO R A BRI Ty A A AR T
DY TNRAF A (3 FRIRTE), ZLTTTT A
VAU BT DN — R A AL (AL
ERIE) EHHLH AIEETHSH. REMPI IZLVHF A
FXRERERT L FIENEEINLTHAN
[57], D TIRIRVED mW—T7, 70 F o iiiKiR
WZTDMERHD.

IR IR A DOBLED DT = LMY AF AL
EO= b B ~DiEHEZR A TNDT L —
TRDHH[58]. Fex bH AT OMIZARTFIE
ICEVBREBERLVE THLRHET VI VLA
T 57 =/ — VO A ETL TWOD[59].

Loty v M

1| fragments .

ion signal

N .

0
0 ' 5I0 ’ 1(I)0 ' 1%0 ' 2(I)O ' ZéO ' SCI)O ' 350
m/z
20: 1,3,6-Trichlorodibenzo- p-dioxin D& F A~ ML (1.4

pm, 130 fs, 6.6x10"> Wem™?) . SCHR 10a L0imd#E;



7. BEEAFEBROBR: 2 FNERBE
R IRDOELE [60]

mREL — — R TO oA A DI
DBEEMEIIRFEKRFZORAS[61], v v I AT
T2 B WFIEFTO FuB H[62]I2k~>TH A
WEENTZ. ZEE ST IZ L m oA 28 x5
ThHDHI T NEMBEENIEIREE[63] DB Z A
FITANZONWT, A ALDE RN FEE P LE
LTI AT T 7 8 HFWEFT O FuB,
Schmid, Trushin & OIEFHFFEEFTo7-.

7.1 A3 A BB

i O SR OB B R L — P — 12k
LIS A A A E B BT A V2 [64].
HHRHTIIRHTE2E08TERD, Wb
Dark State 2FFET D3, FEIIEAA AL TIE
B TOIREDA A AL HIZ0) D72 Dark
State [IIEFELZRV. 7o, BEREE S OREL R
S5 TCHDH. ZOFIETIIG AT AATINZ, 77
TASNAT U INELDN, ZFDARKD G
RT vV EOMBICKET S, gl
5, A IC IV AT AR T v L
HE T 2 MR % B DICHEWE B O Al = p L —
MRELZRD, A ALEINT-HEITEDORFE =
FNF—\ZEVAF L D RN EDNETHD.
WSODDTFZT ANy D56, R
TV EOSGETIZ I ENE D LR
ERIGEWN AT R @I R b, 77
T A NDOFEFAMN ST T S E D3 % 1
RODHZENMHIFKD. ZNETEBEINVAR=LEE
1R[65], T A-RT o A EMAK[66], BAER R [62]
RENZDWTRRIIZ D TN D.

51T, 2TIRARIZINTAERLT=A A 3
WA Z LD fRE R T e, B RO X,
JE R RE R D X RIS ATBETHY, A4 bR
TRk A TEZ TRBATIFER, ZOFIENTRIT
AT ISt —L U MEEIOR S, 72D
FRBED X B 72 SIZFEFICH H ChDHILE W
BHNTLTZ[60].
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7.2 ab—LMREEIOKH

4- TR =RV (B 21) D S (L, Jibite)
MEDFIFERT ¥ Vil b ok o #) X
(4 22) LT, o =NV A S bt
REEITHIAL (270 nm, 75 fs, <10° Wem™) L7-%%,
PEILA DT THE 2 DR R D/ SNV ATAF AL
(405 nm — 2.1 pm, 40 — 60 fs, 10" Wem™?) L7=.
i OF JE T =5 ORI E LM E~ Yy
T NELTE.

La FICHAESER AT R A2E (CD %
F2C 100 fs LANIZ Ly BE O CT (5 +NEH B
FFEHEIREE) (T 4yl L7z, —H. CT IREEICE-
T2 Sy (LoD REAZ DV AL 2
ps UINTH-oTz. A4 1L EE A BIR
MBI E CTIAWEIPE AL BTG R, RIEE
DI TAA AT HIETIVEENCSOS B 2R
THZENAREIC A o7-. M 23 TlIAA i
F% 13 pm (752 8ickhae—L U MER)C
Nz W1 O P AR ICBLI S Tva e
DIND.

y /
NCON NC N
\

DMABN NMCQ

D e
PIPBN 3,5-PIPBN
NCON@ NCONG
—
PBN PYRBN

21: FRBEMEA A AR LD R S MR E FERIC V=T

2R = RVEORE

2A (L) 5fs cl
90 ps ﬂ%ﬁﬁ{ Ly
T hm-,_,______._-a-“ .
{ 300 ps 1B (Lb) 1ps cr
270 nm
excitation > >
FC e 90°

twist coordinate

22: DMABN OhfL kBB 7177 [67].
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K=]
€
o
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C
o
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0.0
T T T
0 2000 4000 6000
delay / fs

23: PIPBN (m/z = 185, (M-H)")DBFEI SR E AL,
AA ARV HIHIRL. FEfTae— L MEE)
BEELIZT 40T A TR

DMABN [ZOW b 7ae—L  MEE)
(X 24) ZfRHTUTofE SR, BB EHE, BEH
Yoy N TOREN D EOREREIIZ S, (L) T
DIRMAZNETRFEDHE MO L THo72
twist ( 60 ) B L O
pyramidalization/ wagging () @ =L DIREE
— R (4 25) I2)/% J& TE7-[68].

— 7, PIPBN[69] TlE#% %, PYRBN[70] Tl
AT OB w R TE2. IR R IIT ) LG
BIZEOEON T IRE S S ERRICG LN at—
VU MEENE IR HZ L7250, HaxHEg
WL ChEm T DI EIXNETHD. ED7D
PIPBN & 3,5-PIPBN O JLHIE &R RO A NB
557 OIRENEL O AR X} b A G A O FEXT B
LHER LT,

arching / inversion/

FT intensity

100 200

-1 1
wavenumber / em

oscillation amplitude / %

U
2000
delay / fs

4 T
0 1000

24: DMABN (m/z =146, M)A 415 BDabt—L > MEH)
Oy, A AW RN 2.1 pm. FFAKIZIEE %
T =)L T 0. T — L MREIAE JE
LTeT 4T AL T HESR. STk 68 L0#5#E[71]
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AA MDY RIS ZDDIE Ly IRREL A A
REED = F VX — N/ NIDMLE THY,
TARNAF —ZENRKEMLE TIEAA ALDBhE
I, 2O ROEEICIDAA AL
LAt — L U MRREINBNDZ &b, A4
ANEFDOEFADESWIEK 26 (TR TEHIT Ly
REBLOAA L ORT v L dhiE O T3
SR —2 DEVFERIZR TR (RL ) D
FOPRES.

PIPBN T arching(w) DT> /Ll H
XYY VB ORI R 0 A A b
PETIIRESTILTHDD, twist (0 ) (ZHHRD
EWDHRTHD. —J7 DMABN Tlili# D —
RELHROENDOHTHD. ZOMIEDRIE
DEFHDOKES (PIPBN Tl o NAXLBM TE,
0 IXZickEn b, —, DMABN Cld/h

twist 0
/

No—=HN

planer /
NC@N;\\
\ wagging
NC—<>—N---+-
N ) ®
Locally Charge-transfer

Excited State Excited State

25: DMABN D431 NERB BN o TR HMEZL Lo
22N

Shifted PES

Low symmetry

Non- shifted PES
ion

twice/ period

once/ period

F 3
L

”C‘@‘O Twist

26: Arching (0)F L O twist (0)DZENTIZ% 95 PIPBN D Ji)
ERBEB L OA A ARBEDORT Loy L L X — i

Arching



SV IEE DERITE7) ICBRL WD, Fi
PIPBN Tlizb—L > ME@INHE NS E L
arching B CIFYLRD 1 1EE T 1 FlR2DIZKL
Ttwist fili CIL 2 EIEND. ab—L o MREENIIE
WS CL D S; ~DRT /LI > T
MEHSNAZLIZEVIEESNDZEND (K 22),
CI X S (Ly) DM/ N) 5 twist / arching DHRE)E
— RO 5 BN UTALE 285 &R H Sk
%. E77, CLIZ S, £ CT ORICHHZEMND, [FIFE
\ZZAUE CT O (twist, arching) D A1
RLTWAZEITD.

7.3 JEhECIRRRR O]

a) A TOCTIREED AL [67]

SRIMNED L AL A A AR OV 2D AR
A2 AT B I OEASREBIZL TERE NG A
A HE S) CHAT), SL(E2) ZHIEL, F 112
FORIMEERODZEN KD, BIFEORE R
B[Rl —RT vy Ll o BB REhE R
HE (L, & CT) OFRBIMNFATRETH .

SH -S,

S, +2S,

W& 081 ym DO/ VIVATAAACLIZSE,
DAL AT HFIZE G EZ RN, fREfEA A
YOIRTEGHER RO 2T 27 12ko

T C&%. Franck-Condon (FC) fRHEEIZphiEd
SNTRETAF AT HEAF KRBT 0.81

m ([ZWRIN AR =700 20, SRy 1A
FUNAELD. ZOGE SN A AF AT
DOEC A Z 72O TERAMEhEL 7 VA%

anisotropy = (1)

(]
E| 3241 e 11>
RFMA, < BRiAA>
RALEL RS
RiEHEL E
RERECT

BEIRE

27 BRSO EX

DA ALK SV A O R G A 28 2T
HAA A BITEAITAET . — 05, R
BIRDNECRRE (CT) ICBDE, RERMEZEL
ZREN T D AA L REEDS 0.81 pm (TR AH; D,
T DRERMREEEA AL BECD. ZOT= 0 fiR A4

NCDHEFYENBINDZ 72D, ZHUT A
HIZEB W THIBIEMIZTIESH DA CT IRRENA
LWL AT fERFEHL THD.

b) LREED A FIERR [68]

DFAT L TOAT AR ZRSER T
DRGNS, 625 nm TAA AL E1E0D
MHEFGFHEN A BI, ZiUX FC L& TOD Lk
RE28 625 nm (TR INAZ AL TERY, hEKEL R
TAF AT DB THS.

—J7 2.1 um TOAA AL TITE G R EN
TAL TS (K 28). ZAUEX 29 (2L~ TRt
TE5. L, REEIC RSN RITHR T v v
JVEHTEIZ VB D TS, K0 EophttiRigs
12 2.1 um O VA TITER D E LN 2D
BTV LnL, P%%@”/\#(CI)MXT{EZ
HAY CT RRBE Ly REBIZ DI L 724213 Ly & Ly
MO FLF—Z228 2.1 pm (TS T 57203
IEEBNEE L2 LTI AT 5720, fER
ELTRTHEPENE > TEHNALD THS.

0.3 T T T T
SN SN
delay ! NC (i“\_, ;,,) N_{)
= 0.2+
o
g
©
R,
S 014
0.0
T T T T T T T
0 500 1000 1500 2000
delay / fs

28: PIPBN 4317 5 J5 1t D Jh e —H5t HH 38 S s FR A7
1. A AL E T 625 nm (e)F LT 2.1 um (o)

2A (L) =~
cl L
Resonance ! b
2.1 um
1B (Lb) CT

29: PR 2.1 pm 2 ULV AIZI DA A AT W TR G M3
TR DEEOMEX



c) XFREDIFE [70]
CT IREED X FMEDIFJEIZ-DOV T PYRBN Tl
FHEL, EBREE T 2A LUVIORERAELNTVD
2, 78 F% PYRBN [CHRTAoELHAT5
PBN Tl 1B, 2A HHWEZ DM H LV
FERSHTERY, O TIE o7, LovL,
Fex OFEFETITER G MHITIEERY, 2T 4
v DERET— A ND TSRS kL v AL
AT Gyl ), DEOFMEIL 2A THDHZ
LETRLTNA, X300 B L E s ED
ATz twist #lIZKET DA A AREOHENL XL =
BLEDOYEN X &R UTZ. CT IRRED A A
HOMO (a,)7>5 LUMO (b)) ~DERBELIZHA,
AT DILJEIREEIL A, THY, A4 DRI
2A ERDDIE A, - Ay DER THD. 7, CT
REED A A HOMO — 1 (b))7>5 LUMO (b))~
DEB THIUIAF L DOIEEIREEIL B, THY,
A DRI 2A L7225 DIL PYRBN &[REILS
B, - B DERE THS. Bl HICLDERIH X
twist (ZEAHEEZL Tl —EZD 1k
1372, BB TITT X =P NEL D, L
LDz L5 PBN T PYRBN C[AEE CT IRRE
X L ZRELT:.

PLED ISR FEICBWTIIIEILE A4
{bEAWTREL TS, EEASEIRTHIE

Y =)

PYRBN [ - PEN j—=

ion states
2|
g
2 ﬂ.w 7| ||'
|2 "
v
B

B A
A
o o & :
3 ; D
0T T - & LUMO
(’5' b —\“—-..L LMo % b, |

orbital energies
P . 4# ,
Bla E/fr
III'
qgu:::“
H
=3
»g—e; =
:yd » gxp
|
1 | ——

107
—— g —
A0 10.4

b § &
O bwist 1] i
0 90 0 gor” st
e TTTTTITT S
MNeutral ionization lon

excitation excitation

30: (L) AAAREOYENX. (F) twist BIIIR 72 o 8L

TEOUERTX]. STk 70 LVEsHE[72]
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R IR SR R B A A IRRE TS
ZENHKRD. R RE OB R Z T OB T-BY
L TAA AL D8 HIEDFT =72 AT REME A
RTZEDRHBRIZENZ D,

8. BHYIC

LTI ISR E Y T OAF
AT DWTHER & OBFSEE OB LT, B
2 130 T —Y =GO EERIZS
WTEER e A A ALIBIR DORRGETE, BbiT
R AL LT R AT & ~ DIk %7 AT
WD AFEONFIZETETMHDOY FERREL
72D ThoT2, BITEIXIRK, L CERZX
GrLUTemtPe et sd Ts.

AWFFEO—EHNI TR A BUAr s E i
B4 R fEI I [BRL — I — e 1451k
D5y F-HE SR LR F DA
b7 —u g5 | O—RELTTh. WME
SIRT~OIS L () L — — Bl A FE
O MEAK, #0E K L — P —HHE
il 5—) LD LRI THS. 10" Wem™ LA
Lo EREREIRIC BT A7 —a R ORI
TR KA AR FE A OB G ) — 2852, 157K
TR SR A YRR L) Lo R
7 ThDL. MEmdOLSBIRNIIR A, 97 R
7T B NTFSETO Werner FuB 1+,
Wolfram E. Schmid f#+:, Sergei A. Trushin {& -
EDOIFFIETHY, v I AT T 75
WFFESEh 4, TV oo A= T h e TRV
W IR FE Sl 4l L0 Tz,

HRBHR—LAX—
http://www.sci.osaka-cu.ac.jp/chem/laser/
INIBHR—LR—Y
http://www.laserchem.jp
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