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9-Mesityl-10-methylacridinium -1 7 > DEAlIEEERE 2 R 89 % B RTOFEIEIC DUV T, Pump-Probe HLAS i X KA IS AT 72
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WL 72/ IN DX 7 =2 > Clo, DIREE K OB ENOEZBEZUCKII L, JEHEE FRIKENERK L TWaB T & Z37REL
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WICFGE LT T DO—DTH %, FEEDOHEK E LTI, Me Me OV me Me
RS T & B T 7 — 2 TR 2 TR0, Q P
L U TARIRSAF O R BT A REZR R & (S U 2 i 5 S | N/ | NG
FltE NIz EBBTENZD, RO & EERE Me Me
KD—DTH B, KITHEFEXFRD IV ZAEZFIH LT, Acr-Mes Singlet Excited State Electron-Transferred

BRI U TR S Te HINO R84 T2 5 (Pump) State

FE5/)9VZAL—Y =l [T —2UE (Probe) Dz Figure 1 Generation of the electron-transferred state of Acr’-Mes via

SOV A X #¢7%2 [A|#H & 7z Pump-Probe X AR[EIHTHERIZ, the singlet excited state.
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DWVTHEYEHES N (ON) & IERREG T (OFF) 7ZifiL
TE Ute, M@ TIE, ON & OFF O E K 7D 2
(Fron) = Foorr) ZRELE UTee 7 —) =y T O %
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TN, —J5 CREEHPICHTET % Clo, HEIHEZ 1
WRBEIL TS C EITHnT 2 AE HEENRE N
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w il Uiz & T (Fig. 3b), Acr'—Ph I EZAE
TEEIBR I NGz, TOTENS, TV IZY
LA A Y O—BIEFIFIREDN LR ENTE, MEZ(bidH
FEEh XA EARAT TR AT RER/KELL R D T < /N E 2 b
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TEEMFAELTWVA T e oz, TNHDAEE
FEFBVTRICKK LZR P B XU TORRIITH S &
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* contour interval: 0.01 e A=

Figure 2 Photoinduced electron density change in the F,,y, — F,
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worr difference Fourier map of [Acr-Mes]ClO,. Red and blue contours (isosurface)

represent negative and positive electron density in the 2D (3D) map. (Inset) Schematic drawing of difference electron densities

corresponding photoinduced atomic movement.
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Figure 3 (a) The photoinduced process of Acr-Ph. (b) Photoinduced

electron density change in the F,y, — F,or difference
Fourier map of [Acr-Ph]ClIO,. Color codes of contours and
isosurfaces are same as Fig. 2. (¢) Schematic drawing of
difference electron densities corresponding photoinduced

atomic vibration.
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Figure 4 Photoinduced geometrical change in [Acr-Mes]Cl10,.
Green and red fragments represent the ground and electron-
transferred state’s geometry, respectively. Drawings in the
balloon show the reaction cavities around the N-methyl group
and ClO, (greenish blue area). Values added in the cavity
around the N-methyl group are volumes of the divided cavity
formed by the yellow dotted line. The electrostatic interaction
between the oxidized methylene group and CIO, is described

by red dashed line.
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— 7 Clo, DREEKUCBEICHEHT % &, Clo, K
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