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442 A 1 BIERRAT

LA SOGRE 2T P AT D728, HALFAIOSORIAL IR BBRE NS A T 27 AR U T AERM DS 52 %
FBEIELT. KAHD 53 FRKFERE & T 7 mbe OKERT) BB SOG & etk ~Hif &R0 7 DORbk
IRRERRFNIEFR 695 [EHA IR R RATRINS, BRI HETE A3 EIC KV~ . SR 2 b Tk
RETHOF, BEEEOMANEMDBR2ND, 0 FBEO ISR HZENTE DL THS. (L
BRI LD AT IV AD AL B LT MG R, WIS FICRB W T, BRI AR N T
BB R L QDI EN otz mdic 7 ah BEi a5 Iz, % T EHES R D T
BT D EIR BRI IR BN LT T D720 Dy 17 P AL DIt aikim ¥ 5.

1. {EZEMIZKEIRETHA >

LB % Y CHIE 2720 ORFFEIE, JEIR
MHDT Fa—F LU TRFETOILTWA. il f#
DI, TETER A RFEPHRESNLTND.
Wi N T —F 53 IV AD T v — T HIHIN
FHBOGHIEE [1], KO B AR A
HUWOSHIE [2], SHI2X, B OmEL #
YELT= R H — 7 L ZD R AR AE LT R G &
HH [3)RENBITHND. HIFENLOT 7 a—
FUX, FHEDOREEDINCHEZAI TP
~oF LIS A IFATHLN, Aohitidxss
T HRDOPEEIZREKFETDIDITE b,
SOFY, BFIRESCRT oY V=R ¥ —H %,
BOGR OB OB AMENEE ThD. £z, B
PN GRS AU TN IR ]I 1, B 72 B
ERRDT=DIZ, BAEDIRREFE IO/ N DG
AT VTR LB HNGITZ [2]. LIL2RDD,
LN BB ORISR T HER BT L
BB TIEZRL, T, ROSEhER A Lo R
ARG G .

— 07, JEURHIAENZ 25 B il 4E 00 Bl A5 3 sk 52
ET DR OMEICREK G T H7e01E, B
MBI A AR, TRI<EZHF 0
EE S UNRNAVEVE @)% VIFE Seliil s ol bl e
WETHIETHRIGD FMEar ha—L 352

Oo0OOO0OOoOoOoOoOoOoO0 0190020 (2022)

ENTEDLDTIEIIRWIEAID, WAL T %
T HE BN R CFENARZN R DS, ZDJH727
O—F D —FEENHIZ LIRS, BEHIESRICER
W, EHEEOSIRREE, B RO KIZELA
ISR E D LA, B G - B I LD E
FIRREDZAL, RNLAZNE CITE BT
FOGERE 22 8 ~D NSNS,

FDTD, EFIX, ALFEMD T DNINE
(252 550 B ERREICIH ST HZ LB
ZREoTz. FEBR EBRE R R R EAR S S E
X, AL HER XV SRS AT II AT AT
HIEMTELTHA). TOLHIWRELD, 4y
THAKRFEREE T ab OKFEIRT) BB SRS
I T EHEE A R T ORI IR SR R R
HL, ZHOOmFRIZKR 32 b FHE AR D 2h SR A
ZELTz. Teds, AR ClE o FNKRFE/EH 7=
v OKRFIFT) BB SR Z, Rl rflE FIBEEE 23
W BN BB R EFE S ST, AfETHY
HIF DN EmFRI T AEMIEENC I W TIHEL TS
IR THY, 207 aeAOMI LK G
X Z <O ZEH OBELFTHD. Fio, EEE
\CEBRIF IR 21T 2720, (L HEMi DO BhR%E F
AN BT 570 T o F Bk 2 &+
HIEMMETHD. A REITORVY BRI
FANLZ D R FEEAT DFEFIT2D. 3R
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LITARBFFETHY B 7200 RICHOWTE, K
DOFBRND RSN TEY, KA L 23 7]
REL/poTo, ARETIE, LRI 2 R 5
fRSCEE oy JEIRICKOFZEL,, ZORERELNT-
MAARETS. 3 BIZBWT, FIFIFoT=
VU HERIZBIT 50 FKRER/BAE T T ah B
BSOS D IR ORE R A [4], 4 FIZBWTUT,
HAZ “EHERRD T THHT X ATBNT,

(b AHELR S IR REAR AR 12 5- 3 D2 2
535 (5]

2. HRIRELEEFHLELR

T ah BB RO E A T EAE S RO
LR REREAIIB AR I 2O T, KU TR 4 R
B IO TE Ui, AR/ & A B AR
B7-DIZIE, WIRH OROGE BT 2130 03815
(EWTEAD [6]. LinL, (LR EAR D) R hh
H 5720121, WSO AAERZBR 25
TARFDONIEE BRI E T DL ICE T/
b5,

B T DZATBNT, Ok HELE =
FNFX— = Iy O T HEIAFAET DE A DA
AR NX =L, L, THDH. ZIT n 131l
EEXRT DT ET D, (e Fmp¥
=XV F AT AT DE, FISMNTIH DD,
HEIT R VX — K =hy — I, DB NS
5. ZDI=8, K ZHETHZ LTI HiuE
FNF—Z BT HZ LD TED (Koopmans DJE
). CARNEE SO EARFITHD. ST,
B A DA E A BN T DL 5 FHuE
DZERRIRIEDIE |EIFHIEH TED.

W' A3 N DR D — 1%, Koopmans D E
PRI X0 8 5 E SR LS BRSOV
TOENDRTHA). ELFEROIREITLY,
BREBEEE, FEECHEAETLIENTED
JHIz7en, FBEREOL2LT, BT HEDE
JED BT FE T AR B DX A T ADHa
TELHINNTIp o TETe. iy T LI R DH0E —
FNX =D HERD, £ OKWIEO RS I
WA TFRITE S, 200, ERTBIISNDS
WA AT L T ORF B E R THREE 2
. SIS EBFRCRB W TR Sy N R E
RIS THEEZ D E, HE ATV

Oo0OOO0OOoOoOoOoOoOoO0 0190020 (2022)

T ENS. O —DDRMIE, HE T
TR AN LA £ 70 5 = 0L — (T 2372
<, TRTOREEBLIA T HILNTED. ZHUT,
WA DB ORFRMED A HENKENTZHOTH
5.

HAL TSR IR RE DFE FEAE OB,
Ry T T a—TETITIONR— K TH D, fih
L (R 7)) v 2% O CREFO G IS A 27
FL95. i Yelox U CRIER R A2 D) 77 m—
THAZ LV EHEEZ ORREICH L TR T 0%
1TV, 5 FDEAIRREDZE LA I 2 1 2 B4
%. REM eIl e s 7 v — 7 St o FA BB
BIKGET 5. L——0iEANC XY, 7= AN
W SNV RIZD IR, TR SV AEFE T
HZEL AR o TRY, R MERED A 11X
FLW,

LTAT, [ DFaHC OB IR R 53 il
ZW LT DTN, HE D5 FiE =R L¥
—Z[FFHCBLIITED hy DREVIE LR
FCHD. 10 FEIZERTETIE, MkesME O &
F T RNF =NV R WA LT R TIE
72, AR~ ERAEE W ZE S — % T
7o K RF—D/NSWEESE A WD L,
2L DA, FhEIREOAEBH T2 L1275,
ZDI=, BRWBILE 75 ORI R A+ 7124
LR TER T

— 7, BRI S A DR IE D Ir, TS
FHOEMBI R MR L. ¥R, B~
DI DT=DITIE, &R = R DR A 3R
HWENRHD. Fx 1L RLDOZ OBEIZED AR
ACND. EDORER, 22 E BT 7T e 72 IRF [
PEIEAHE S Hams DT ZATV, 7V AR Z ST X
SPUICRBCRIREATHOZ L E T REE LTZ[7-11]. &
W= I IR B 92 R L, 9 CIZS 2 3k
[12, 13]TIT > TV D= A RS TIEE ST
7=72<.

H—E b o m k@i IR A F L7z
BT RN =GN LT E 7 e T RE
L0, [T ORBUIHE B LICE R B 270
NDIDNTI 2o Te DI L DL THD |5,
14-17]. KRR T 250 FHNAKRERBAEH 7 1k
CRENOSOMEFEE, FIFEDE (400 nm) (28D
HFAAAbZEHN TR Z e oTz. sgniel
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ENZ, IR RES A7 ACBHE LR E A O
hREBRT HIENTE, —F, &k T EfE
B R0 T ORhEIREFEFLEFE O TIE, Ek
AR VIR (29.5 eV) & AV, WV FllaE 248
{bZBRL 7. hEDIREBITIZZAUS E B 72 %)
RIFRNLDST720, Bl RLF—I128D
Ta—T NN ERLIFITHD. SIROENIZE
DIFONDIE R LD MY, B ORH
ThHD.

3 .AFRKFRFEEF IO b (KRIEF)
BERE [4]

KRFFEEIIKDIH72HT, DNA 7= AEE
728 DERMEEIC BT DO AR A9
77, KEFREMORSHTROBHREDE
REELHEEL THEADNMAEDAZENMbLNT
W5, BIZIX, - mKEREGETDHE, X-H Y
D X cH-Y EREA DAL DS, —fRICZok
VIRIINTT BN S EFETND. s
BN TH T B BEI RIS E FATND.
—J7, 7ab BB R ITE T IREEO LA
ZEMD, WY IZ A E IREEDOE LN T
ah BN E I EEZTIHANDD. 7487
HIAXLEMEIND R IC LD AN EDDBLS
DEREIR>THY, SRR B ~DIS A% H
FBL, BEANTHF DM Tl Tns.

ST RKEEEEZL DS FD—D2LLT N-
salicylideneaniline (SA, HVFVF 7 =U>) (X
la) NELFDITWDS. HHFICIVic=/— v
MOT a7 =/l (B 1¢)) ~BEI D
BMALZEZL, DT OaRET 57 rha3
ALZRT . — I, KRBTl — A0
LETHDHN, FhEkiEcix 7 e B8 L=k
RDIFHWLEETHD (K 1b)) . bR EES> N
7 ubh B E) (ESIPT) EFEITN TR, ZOBHEID
A FITARKRIFE DX Gl 7> TND. 728,
T IaIA N, T BENC IV AT cis-
MR, E512K1c) F1D C6-N Z il L Claltx (£
T o) LCEVEE trans-7 MEIZ B L4 52
LIZRVRBLT 5. —F, (LFEMSh - F SR
OFZIE, IBEO ERIZEL g B b A
2T —FE/uIX e R THORHH. ZDID
IALFHERRIC LV E IRES T B BB Ok 1

Oo0OOO0OOoOoOoOoOoOoO0 0190020 (2022)

a 1 H-O(; » H-O
g N
3®6/N\\/s©“ ; \_{ >
s 7 5~ 10
SA SADMe

H-O ) H-O
) O
Br X O}/\l \
SABr SANO;

Dy —0y -0

enol form cis-keto form  trans-keto form
— —
Proton transfer \

7 =L
1: a) N-salicylideneaniline (SA), N-salicylidne-

T/ — )L

p-bromoanil (SABY), N-salicylidne-3,4-
dimethylanil (SADMe), N-salicylidne-p-nitroanil
(SANO»). b) 43 F+AN7uby OkFEREFBE) O
TRV —=LAT T, ¢) SA (TR THIEIR
BS AT IV AN B HZDME a.

LS ELHTENTED.
AMFFETIET =M E L DN T=3DD
HEKEDL AT IVAD W2 T2, N-
salicylidne-p-bromoanil (SABr), N-salicylidne-3,4-
dimethylanil (SADMe), and N-salicylidne-p-nitroanil
(SANO2) TH 5. FHELNE (Br AT /L EL) LI
R (=) IZRDRT v v DOEALZ WFF
L7c. Zah BEISE B 259 2 TRERIZRD
1T, FEAIREBD T+ M aIX L LY —FIEIA L
DEWTHD. 7+ IR LEZRT R Tlda
=49°T [18, 19], 7=/ llE=/—NAHD B
YEIER e BTy, — 05, = rms
ALz L, a=0.62THY [20], IZIX[F
— Wi RIZdD. ZOZEND, KRBV
TIE, ZODONBUBROMT A THD a7 1
NAARBEDORT X VIPRICRE R B 52
HIEDIRIBEND. Fx D MP2/cc-pVDZ (28D
HE R LEH R T, a=35°CTREELST-.
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EoT, N 11, FLERRE Tl IR i A i
ERLHEEZOND. ZOZENL, SlEBFZELIZ
NTOFYRIY TUTFEST-. —F, M2 ICAHE
a DAEELTRBCRAE LR ERREE = L

F—0, KREMED TG ENODOHELETRT .

PG E DT R — 2T T ) 40 meV 2
EThbH. DI, FEREMHTHD 200 K TR
WAL TN EEZBND. TDOHE,
0°-15° DT 22% 2 FE AL TRY, X TD5y
TV IE R L DT TRV,

JhEE R RE T D a R AFPEICHE S B 72 5.
B3LYP/ cc-pVDZ THERLIZFER A 3 1TRT.
4 3a) —d) IZ&FHEAR TORhE R B D =2 /1F
—YENLD o (RAFVE, BLOYS) ~OEBIEE) 1-7#
FED a R RT. SUXFEBEN KDL E
THY, hitk, 7727 - ar RARREND ) 1-1%
FHEETHEEZLND. F, KIKRENLD
ERIRE) IR, FEEEICBW TR RE
V. X 3e)-h)iZ o EHE FTO, KEFREATFOT R
o DNLEIZKTT D S =T — (K FMEE R
Tuabhr BB T MULZ 28R BV T, 3
RTCOFEBRIZB W CTREENFETDHIEND
5. UL, BEHILIC - CHEREO S ST R -
THEY, (bFEMOMENLLND. £<IT
SADMe (ZFW\ T, 45° IZBWTT LMo 3 5
WZHEE L TR W BEREDS B D Z &35,

4T FHBARD AT Z AR DI AT N
N RENIARBFTE TRV o3 K
%79, 370, 350, 330 nm THD. FWULART -
JVITRLTE =L F — 80, Bt R Lk

Energy (meV)
P [2] o]
o o o

N
o

o

0 20 40 60 80

Anil Twist Angle o (degree)
2: B L FRIRIZED SA(@)E SABr(E)D
FEERBET XX —DAE o KIFE. 5L
ik [4]Z0ERE.

Oo0OOO0OOoOoOoOoOoOoO0 0190020 (2022)

ISL 53 1 DRI =RV —ETHD. X 2 &K 3
BRIERDE, a<60° TiXa=0" NIV
X —OMMEE 52577, a=35" THRKfEZ
B 2B3ZER0mB. FDi2, BB a b0y
T, K EICES TR LZTTnbHEE X
HILA. B EECO S ah BB DS E
T 5L, IR L RERE L O K/ NBEFRIZEY, KOG
HENEDLZ LRSS,

BB LT a—7 D/ AT R F—
IXZNERN, 2, 20 W Th-olz. JIERDISE I
MIE 150 fs 72572, b Yo7 m—7 DRy
A (54.7° ) &7, BEHT 333 KICIRD BN
727 VAT A7)V T I E 3 bar DAY LHT A
LEBICEZERIIE NI, AF~—I2LD/ VUL A
Oy FRREIRD, L—Y— LA AR B )
no.

5a)—c) 12 SA TR DA K2k Dl
M F A s T 88, d) )1 1.0-1.2
eV DIEE) =R /LF — &4 DN E - B ORI

FRT: v - - —=0.5
L.SA a

A e P COUPPOTT - 04

39 oo e S2

38 *a 03

& o
[
T

w
=
o~~~
335>0
: 2
28T
Sasl 3 859
: =
2.4 . & 015‘5'04
> N D896 SABr
D33, 0088 | —y
@ dpf—== c0sEs [T
Y e T ST » 504
W39 sapme " Sy 045502
38 28
7 3
W
[s]

s
S

0.6

0 20 40 60 80 00 02 04 06 08 it
Twsit Angle a (degree) enol

Proton position.
3B LFHAEICLDREIREDORT v
Y/LHE. a)—d)S1 (M), So (A)HEND o KL
S1 ~DOIEBIRE) -1 (@) D o (KIFHE. e) 1)
a=0°, 45°, 60°, 90°12F\F% S| DT T ALE
{RAFE. 2530k [4) LR
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Photon Energy (eV)

6 5 3.5 25
]/ : T l T I T
: ~— SANO,
\ H 82 S1 SADMe
[ et /" \,\\ iy e eees SABr 4
i 4 ‘ \ —— SA

Absorbance (arb. units)

|

200 250 300 350 400 450 500
Wavelength (nm)

4:SA LEDFHEARDOWINAT V. FHIE
= RN X —F R, KO R
\CEDWUNH AT, BB R [4) K0S

PR 7°u~7“zi 400 nm (3.1 eV) J&D 3k
SR L L OFFERIZ B W THEREIL T2
MR FH 4 A7 élz%mb, aifﬁeﬁﬁkﬁ X2 oD% RS
BEEBOTITT 40T 4 T HIENTEIZ, £
7o, B ATIVELY, S8R TOAF Ak
TR —DPEE LB NTBRI SN2 o7, &
WK TS 0.1 eV BRELRFELOND. T 40T
AT ORERER VIR T . FEERAERORHSILLL
TOEENTHS.
1) 370 nm ThpEL7=5E, i 20-60 fs(n) T
RN DR MM ETHD (X 5d)). ikt =x
NX—Z BT HEFEITIT N T DI E %

20

25T - - - .
15 20- pump 370 nm
1.2 r
1.0 L
05 ="

S02 & o -

220 516- e ]

31'5 512 pump 350 nm

5 g1

212 L

w - >

© x4

$os 2l

Eg% g i ————r—

) = 4l ump 330 nm _|
15 3 pump
12 = || 302k
1.0 * | f-20
w0l

0.5 =

i 0
02 0

05 00_05 10 15 0 2 4_6 8 1
Delay Time (ps) Delay Time (ps)

X 5:a)-c)SA (T DA Rl o LB IREfH]
/\ﬁ@‘gfﬁ%x«\abﬂ/ d)-f) 1.0-1.2 eV D
B p X —Eb O N E T RORRIIKFEES
ESCHR [4)XDERH.

BB OREEENMKL /2.

2) b EN 350 nm DA, F 1-3 ps(n)
THEFNT 2 DX AICHE 2 D (1K Se)) .
FEBE AN I 2 I ot 47 OIS B Z BRI T D
EEZ LD, FRIZ, EEE EV SADMe T,
BEEICREWV (£ ).

3) FhEHED 330 nm (27258, 350 nm DAL
B C o ML 25 (3R 1)

Felr EORHEEE R R L O D, T ek

URBENOBFEEZRDIHTE 2 7=,

1) Jﬁbtﬁﬁb SEWA (370 nm) , FHE4S 78

TS, RT3 v LREREDMENZ &
DEEIZT BN BB UGS,

BRLTWDEBEZOND. ZOWE, 7vby 2) 350 nm i OSE, IEFHE DS 113, C6-N
# 1B FINEORRUKFNED T 10T 10 7 OFER. B8 30k [4]KVEEH.
Pump photon energy
3.35eV (370 nm) 3.54 eV (350 nm) 3.76 eV (330 nm)
SA 71 (fs) 50 £ 20 40 +20 45+20
72 (ps) 097 +0.10 1.17+£0.10 1.08 £0.10
71 (fs) 45 +20 60 + 20 70 £ 20
SABr
72 (ps) 1.00£0.10 1.35+0.10 0.70 £0.10
71 (fs) 60 + 20 280 + 20 290 = 50
SADMe
72 (ps) 0.80 £0.30 320+0.30 1.10£0.30
71 (fs) 23+13 70 20 60 + 20
SANO,
72 (ps) 1.03+0.29 1.40+0.30 0.76 £0.30
000000000000 0190020 (2022) 25



Rt IY 1 LI N i e AR AT T A et~
A, bLUIP A R BRIZED T v b BB X
JENKEZD. ZDT-0, BN ELRD.

3) 330 nm JhEDGE, b = RLF —3Emn
728, FEEEA VR Z TREN T AR m< e
0, BEEEN/ NS5,

VL EOHi8 %X 6 ([CEED D, SUGICE TR E
FELLT, Co-N ZHhE T DA o L7 B DL
EIZE B L. FlESE S EERENEL A BT
DRI Z D0, FELH OB S, EEEE
FOMZDMLERDHD. ZOTEWE T 1L
F—(330 nm) CTiZ, BV HMHERITEV. n &

RDHERIE HOHY, —DIEEEED HITHS.

B9 —DlX, AE o DIREFTHS. FERED &S
1 o \HEAFET 578, C6-N £V OHETHIC LY
BEARVEIZ DD ESIITRBEMNCL T a B
BOEENMKAFTHEB 255, SADMe 1% C6-
N FOVDOEHAEEN L CREREMEE— A

FMRFOZEN T RESND DR ER DN REL 2D,

TAUTFERFERE T 2.

— 707, ZOHMBIZHES &, 3h)IZB N T
SANO; DFEEEN )RR L2 D728, SANO2 12
BOTEEY @I SOE DT T 5 LI FRES
o, L, EBRERTIE, o IZEBT5HE0F

LHZEITHR., — ODOFRIZRDEBYTHD.

4 ZRHAHl, =i RIZLY, SANO, D
INARTIVIE SA Z | Z BRI 7 LT
WA, ZD7-8, 370 nm THIEL T, SA LR

ABlaua

6: IR BEICBITART v /ViH. B
FENZ, FhE#ORIVIAR ISR EFRT.
ZEHR [4] LR,

Oo0OOO0OOoOoOoOoOoOoO0 0190020 (2022)

D o BDREWVGFERHEL TWAZ LIRS, 20
728, FEEEOREEET SA EHFTVEDLLIRNEHE
PEDHY (K 3e) & 3h) ), BEERZE LD BIIIS R
Dol AR EE 2 His.

Is%ET AL TD, LWL TIE, FFE)
RGN RN LV BE TR NDZ LWL T
VWL BTG, BURESCCIXBI R TR
W, EBEOKGTIE T v by TIEZe< kK FEBIR 70
BT 5. 207, B GO AT VIS
LU CIEREREN <720, BT RS HEDORFL=h
AT LTI EREDNMEL 725, EB 265, L
2L SA LD TIXE WSRO FITE
MUFETRE T2, 20720, AF VLD R
VISEAAZh D FTREME 238D, SADMe [t &3 5
ROREFERELD, I IRBORT v L TRIR
HRESHERD. FRZEm =X — T L7235
A, 1 bMOFFEMRIZE AR E, FERED MO
FHERIDRENZEITHHEL TWAEE 2 HND.
—RIZAT NVIEEDFHF RN R D FORELIRNLE
BEBTDHE, BEIEOSIRL) R OREN K E
WZEEREL TN,

Fio, R RICEKO ISR N E DD En
IRSIVTZ. OSBRIV Y SADMe (2D T,
C6-N ZHih & B [rlHsEEh & L AIZ LD FEE L
0a=0" DOFEMEHIRLEHTHLIZIY, 7m
N BN OGS AR ET D EN RS NS, LIk
EREAEEIE T DI 8L, LSS HAE D728
WX R,

—J5, SANO, IZEB W T ULAAT ML A KR
R R 755008, (bHEG X RPT
FINZE TIREEEAE 2D LILTE R\, T72b b,
OG22 ERET —DDONRTA—FZD %
BT, SERITHE ATRB et IR A T2 81
TERW. ZO RN, AL FHEMONREZHTT 5
LI THD.

4. HEBRZEHEERD T OREIRERM
EERODRA v F T [5]

n B AR LR ZEE S RIE, ARk
LR OHIGIEFR T W THER &R 2 R-L
TWD. ZHHDRTIE, I IRAED D AL IR RE
O i B G JE AR 2D, N LT r v
F =N FE TRDOND LRI FITRIES

26



(a) (b) (c)
BD PD HD

Transoid

7: a) BD, b) PD, ¢) HD ®O##%iE=. BD O/
TR —HHERZFETBWTEVED 3 SO
1: d) Me* MECI, ) Me” MECI, f) transoid MECL.
ZECR [5]LVHRH.

NDT=0, ZOEFEERIZES LS T2 T 5.
AW T, b HEMARLE —EEEGRTHS
1,3-7 4= (BD, [X7a)) LZDFEER]3-~
22 (PD, K7 b)), 2,5-FVAF /L-2,4-~FH
Yz (HD, M7 ¢))INF HL7-. PDEHDIER R
HORETHRAEBDLVEL/>TW4. LL,
THEY T H FEARBALE L CRDERIHD K FER
FPAF N TEBSINT S FEHDHIENTE
%. BDIZBITDERME A FIT AT HATF v
KL EHNRETET 2.
%@%@JS’E IEBLEZD Z]ZU\T@fX/ﬁ%

¥, INETOEE LD R E p‘ﬁ

_otéli%?‘”[w]f JENEC IR HE D FF iy 235548 fsf;b

6 8 10 12 1 6 8 10 12 14
lonization Energy(eV) lonization Energy(eV)

= 120~ —— wio pump
T — 2751s
S 100F — 613fs

— wio pump
sof— 1451s
— 905 1s

| f 1 . | I
8 10 12 14 16 8 10 14 16
lonization Energy(eV) lonization Energy (eV)

© U 20
B30 - ‘320

€25 1% e

150 A 16

52 A A, %4 4| g =

s. vy H12% 14
S 15F S 10F

=r - 12
2101 2

5 107 5F 10
2 s < 8
] PPN § -
E0 I 0 T g 0

90 02 04 o6
Delay Time(ps)

0.0 02 04 06 08 1.0
Delay Time(ps)

8:a) & b)PD & HD @H#Fa’ﬂéz\ﬁw‘nﬂf%xf\%u
TIh, c) & d) HIZFE LRSI DL E
~JKL. e) PD D 5.48-6.59 eV Fﬁ(‘):?aot(}“lz 05—
15.17 eV [H(A)DIE T EDORFMIEFNME. )i
HD @ 4.31-6.22 eV (@3 LT 11.09-13.42 eV
F‘i(fﬁ)@i‘é W RO RFRMKAFIE. 2530k [5]1&
VR,

Oo0OOO0OOoOoOoOoOoOoO0 0190020 (2022)

D, 70+8 fsDRFER THEREAEEL THDHE
Lotz FRIATON &L FER LD,
PR 1T B Lo T [REE TS, =R F—
E(MFaﬁ@m%Q%%ﬁﬂﬂbf?ﬁﬁfﬂﬁ‘é. R FNEE
FITHET DSoLSIDM D #HEAZZE (S1/So)ar
a m\fsomﬁkéﬁw 5% (47d)—f) ) Z&M
ELFETR LD ST ENH0H D, HEtE
DN AR AV I D K A 23Ty R O &
([X17€)) 23 fie 71> = 320 % — [ §E 22 7% (minimum
energy conical intersection; MECI) THV, Zitz
FIRMT 2, EE2HND (16, 21] SRR RE
TR FmtEEE 50T, EREICB VLTI,
FEIEIRTE ’Cj(?—_@/\?@fbﬁ)’ﬁﬂﬁ/ﬁ‘é
L, KB EATF NI O REE

(a) 1,3-pentadiene

= 8 |, 69y (SSihecr
= 6
3 (St
Q
L \ /
$;(6.95) (ks
2 (S1/So)veci
SO
0 " . '
0 5 10 15 20

Reaction coordinate [bohr amu'?]
(b) 2,5-dimethyl-2,4-hexadiene
12

M
10 9
W

E 8
5 6 S, (6.10)
Q
C
!
S, (5.22) (S+/So)meci
2 S
0 T T T T T
0 5 10 15 20 25 30

Reaction coordinate [bohr amu'/?]

) 1,3-pentadiene

MMMMM

(Siwin (S1/So)ueci
3.20 eV 3.21eV

(S2/S1)ueci (St)es
5.57 eV 5.12eV

(SU)M\N
6.44 eV

d) 2,5-dimethyl-2,4-hexadiene

Tt h

(Solwin (S1/So)veci
6.10 eV 3.99 eV

9:a)tb) PD & HD O R/LF—HER DL
JEAEARATYE. ¢) PD OGS ERE | Cooy 1AL
FEJERTE k@:f:zwﬂ?—?ﬁ d)HD O it 1
ETosy TG ERIREED =R VX — 2,
ZEHR [5]LVERH.
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HICERLGE, B30 NOMiEEZLLZE
INTEDIEAID. BHIEDSE TS 5545,
EDIIIRAEFNRIENI2DDIEAID. BIp DM
DO THIUL, BEEIKICLVREMEREZ AL
FUTFTHIENREE 72D, UL LD IS @hiiic
&0, PDEHDDFEFNS A F I/ A% W52, BDT
DEFE LT,

IREFE] A3 R EE 7oy el W= 7 e — 7 ki,
FH YT AT L —HF —D 19 & ¥ (42.1 nm,
29.5 eV) b H U, AL 13400 nm (=3.1 eV)
Her A, T RIUZ KSR BER T IR L
7o FEEOFEMIL, &3k [10-12]2ZEh
7=,

[X18a) &8b) (ZPDEHD DM 43 iR 8 ALY
faZF A, 8c) L8d) I HFIZFLL 7= REEICEITD
HFEA AT VAR, IR E IR E
BHZEIZED, 17 eVAIT ETOERRNV T HlE 28]
WFHZENTET=. M7 EH8 e VAT DI Fi%
% H8E (HOMO) Thb. DM OBLIEIX
ZIUZERFERIIIR AR IVITIREIR, BRI RS
[H0 fsfHEIC BN D EL F A O1E S I 3b Lk RED»
SDIEFTHD. 8e) IXIPDDOFHEIRIENLDIE 5
TdH5H5.48-6.59 eVIH(0)FB L 1112.05-15.17 eVIE]
(A) DNE A EORFRUKAFEZ RS, 8) 1ZHD
D4.31-6.22 eV [H(e)FBLT11.09-13.42 eV [H
(A) DNE A EORFRURAFEMEZ <. bk
DFFMITFRBEIEI T 27 T4 T DR
K, PDEHDIZH L TEILEILS6£12 & 64+16 fs
ThH-o7=. BDLE D, [RIREDFmERF>I LN
OhroT2. BDIZOWTIES# SCHR[16]2 5 B
T2I2& 720N, PDERIT=H A7 A% R LTz, HD
WZBWTE, AT VI DR E I LD 8
RIEDIEENE DD LI, FEFIFAFITA
NEATHEEIRFLIZA, 300 fsLLFOME R
HOEFE Tl RERE TS e o7, L
L, ~200 fsLAF, HDICEBWTIE, A4 b x
X —70311 eVEL EOFEIBCHE F AT LR
AL CNDZEN DS, PDTIE, HETED
BT RLNDDS, AT IVIIR PN KEL L Do
TWAHDITTIEZARV. BDTHPDEFRBETHHT-.

ZZTC, B EFHBEICIVERR T v x L
% F~7-. KIZPDEHDOFERERT. EH5
HSURREIZhE S LD L, SISERE BT RER

Oo0OOO0OOoOoOoOoOoOoO0 0190020 (2022)

PR D3 7 R JER BB ~FE A2 28 %R L, BDD
LELRILTHD. LZANKISEK EOR/h—
VX — T $E A2 22 (S1/So)Mect 2 33 1T B 57 14 i
NEIRBZ LNy otz 372 HPDIIBDE[AEE,
KGO KF A D EZ R LE Iy R
%(X9¢)). —J, HDTIEh 7 U VA RBILIE T
HIRFBEEDIREND IR RE LS TN D.

BDEPDCH T AR DO $EAZZEFAET D
D, THRAFX—NEWEOETIy R R LT
ERL T EE LS. —7F, HDTIEE Iy
RRIIORT UV ARBIDIZIINEETHDH. T,
AF VIR LD NAREF DR THHZ LT H
Tho. AF VOB RICED, FOSEEE
D (S1/So)mect D5y FHEIEZ BRI T RL¥—
Rz RBILEZ, 825,

Ehr b, I T NI AR E Lo T
%, EEZDBGUIBIRNS L THRD. LsL, fib
FLARTEM D DFEFN2Y, HDOD A TH A AT B
IWTGIR B RELZBLL TWDHDIT, TREHITHS.
NIV ARBNT IR BB REHFRL DI, K
JEARBE~FEFNT DRI, IRFEKEE TN TR
BEFHL T 5. TON TIREIDHE AL
WZEbE LT TDD EHERIL TV 5. BDEPD
\ZOWTIE, RIEDKFBIR T DR THHID,
FIUEEDEBINEEZHND.

EX?)

(L FAE R DGR F DICIEE X A F I R
52 25058 %, Wr G153 T RO~ Tz,
AW TR EF =7 ab BE# S A I ALk
& ZHAE G RICBITDEME AT IZ AT LT
I, EBIT, EERBIRBREAERAL TS, HAR
IR0, BERRIZAAE T DRGSR T~ T
BCIELDITTIFARNES). LL, YIFIUT
T =V DR THRICEAZE Tho 7oy, (bFE
i KO RSRT o VIR A AE TE U e %
BALSEDZ LT RETHD. £z, Bl EICX
DRFE DR Dy FaFIEEL, ZIUTINC TR
DRIEBEEFHIELTED. ZhUE, Fr—71Z
LA IE AT 22 EmalfETh Ao, B
KT, SRR EEAZE R 5 <, £z,
FOGART i VI DB EIZA G Tho.
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W AT TR R CTh 5. LFRIFZEE 1L O.
Schalk f#+:, G. Wu ¥+, A. E. Boguslavskiy &1,
A. Stolow i £ TdH 5.

e “HA G R T ORNEIR BTSRRI
Ak R P H A e R O IR Lt Bz o 7 1
— 7 LOIFF RO THS. EIRIEFH R
AT T2, JLRIRFZEF I, SEFRRRtE L,
VeI RIS, TR+, RIRBHh R Ch 5.
F7z, ARE R T LE RN DIT R ERER,
BREEE 2 T S Bl LTz

%%, MEXT Q-LEAP (JPMXS0118068681),
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