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Fig. S1. PXRD (powder x-ray diffraction) measurement comparison with single crystal 

simulation of compound 1 at room temperature.
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Fig. S2. The infrared (IR) spectra of solid compound 1 at room temperature.

Fig. S3. The Variable-Temperature PXRD of compound 1 at different temperatures 

(200 K, 220 K, 240 K, 270 K, 290 K, 300 K, 310 K).
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Fig. S4. The comparison of KDP, SHG response at 1-LTP under the same condition.

Fig. S5. The positive and negative charge centers of 1-LTP (a) and 1-HTP (b).

Fig. S6. UV-vis absorption spectrum at 293 K (a) and the optical bandgap calculation 

diagrams of compound 1 (b).
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Table S1. The crystallographic data and structure refinements for compound 1 at 
240K and 293K.

Temperature 240 K 293 K
Empirical formula C13H16Cl2N2O8 C13H16Cl2N2O8

Formula weight 399.18 399.18
Crystal system monoclinic orthorhombic
Space group P21 P21212

a (Å) 4.8478(2) 13.0155(7)
b (Å) 13.3356(5) 13.2744(7)
c (Å) 12.8520(5) 4.9013(2)
α (°) 90 90.00
β (°) 90.731(4) 90.00
γ (°) 90 90.00

V (Å3) 830.79(6) 846.81(7)
Z 2 2

Density (g/cm3) 1.596 1.566
m (mm-1) 0.437 0.429
F (000) 412.0 412.0

Data/restraints/parameters 4787/1/226 1483/35/115
GOF 1.047 1.182

R1, wR2[I >= 2σ(I)] R1 = 0.0537, wR2 = 
0.1407

R1 = 0.0657, wR2 = 
0.1970

R1, wR2 (all data) R1 = 0.0611, wR2 = 
0.1452

R1 = 0.0766, wR2 = 
0.2120

△ρmax/△ρmin (eÅ-3) 0.52/-0.55 0.67/-0.62
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In the cooling cycle mode
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