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Table S1. X-ray crystallographic data for crystal 1a.

Formula
Formula weight
Temperature / K

Crystal system
Space group

Unit cell dimensions

al A
b/A
c/A
o/ deg
S/ deg
y/ deg
Volume / A3
Z
Density / g cm™
Goodness-of-fit on F?
R (I>20(1))
R (all data)
CCDC No.

CaoHe2F602S,
861.10
150(2)

Triclinic
P1

7.6162(2)
9.0782(2)
33.1663(9)
97.562(2)
91.130(2)
93.405(2)
2268.33(10)
2
1.261
1.130

R1=0.0578

WR> = 0.1582
2045803
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Fig. S1. (a) Photograph of crystal 1a with a well-developed face, (b) the pattern
calculated from single crystal X-ray crystallographic data, and (c) PXRD pattern of well-
developed face of a crystal 1a.
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Fig. S2. The cell refinement of the diffraction spots by software for the analysis.
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Fig. S3. Polarized absorption spectra of the closed-ring isomer in the crystal on the
(001) face: (a) crystal shape and direction, (b) photographs of the photoirradiated coloured
crystal observed under polarized light (8= 0°, 8 =90°), (c) polarized absorption spectrum,
and (d) polar plots of absorbance at 595 nm.
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(a) UV from direction of 90° UV from direction of 270°

(b) UV from direction of 90° UV from direction of 270°

Fig. S4. Photographs observed from the tip of the crystal in the crystal bending
accompanied by twisting upon irradiation with UV light for 10 s. The photographs show
a superimposition of 6 frames taken at intervals of 2 s: (a) symmetric type crystal (Fig.

5a), (b) asymmetric type crystal (Fig. 5d).
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Fig. SS. (a) Histogram showing the contents of left-handed and right-handed helixes in
photoinduced twisting of twin crystal 1a. The number of total samples is 42. (b)

Molecular packing diagram viewed along g-axis.
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Fig. S6. (a) Polarized absorption spectra of crystal 1a observed from the (001) face. (b)
Polarized absorption spectra of crystal 1a observed from the tip of the crystal.
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