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1. Supplementary figures.

Figure S1. OHI-T single crystal grown from methanol solvent.



Figure S2. Schematic diagram of the experimental setup for THz wave output.



Figure S3. Hirsfield surfaces of (a) OHI-CBS and (b) OHI-T.



Figure S4. Simulated (black), experimental (red) PXRD patterns of OHI-CBS.



Figure S5. TG and DTA curves of OHI-CBS crystals.



Figure S6. UV-vis spectra of OHI-T in acetonitrile.



2. Supplementary tables.
Table S1. Comparison of mentioned organic NLO crystals.

Series Crystal 
Name Chemical Structure Space 

Group
NLO Coefficients/ 
SHG Intensity

Cut-off 
Wavelengths

THz-wave 
Generation Ref.

DAST Cc d11 = 210 pm/V at 
1.9 μm 680 nm DFG:

0.3-19.6 THz
8, 9, 
46

Pyridinium-based

DSTMS Cc d11 = 214 pm/V at 
1.9 μm -

DFG:
0.88-19.27 
THz

9, 47

Isophorone-based OH1 Pna21
d33 = 120 pm/V at 
1.9 μm 640 nm

DFG: 
0.02 - 20 THz

10, 
11, 
45



Nitraniline-based BNA Pna21
d33 = 234 pm/V at 
1064 nm - DFG:

0.1-15 THz 12

Isoxazolone-based MLS Pna21 1.5×OH1 at 2.09 μm 470 nm

DFG:
1.23-14.09 
THz, 16.90-
18.59 THz

20, 
21

HMQ-TMS Pn - 595 nm OR: ~ 6 THz 15

Quinolinium-based

HMQ-T Pn 0.6×DAST at 1.9 

μm
595 nm OR: ~ 2 THz 14



HM7ClQ-
CBS Pna21

Comparable to HMQ-
T at 1400 nm

- OR: ~ 8 THz 16

HM7ClQ-T Pna21
Comparable to HMQ-
T at 1400 nm

- OR: ~ 8 THz 16

OHQ-T Pn Comparable to 
DAST at 1253 nm 510 nm OR: ~ 10 THz 17

OHQ-CBS P1 - 550 nm OR: ~ 9 THz 18



OHQ-N2S Pn Comparable to 
DAST at 1253 nm 490 nm OR: ~ 6 THz 19

OHQ-TFO Pc 2.3×OHQ-T at 

1140 nm
610 nm OR: ~ 8 THz 13

Benzothiazolium- 
based HMB-TMS Pn Comparable to 

DAST at 1250 nm 580 nm OR: ~ 5.3 THz 22



PMB-T Cc Comparable to 
DAST at 1800 nm 680 nm OR: ~ 8.0 THz 23

HDB-T P21 1.5×OH1 at 2.09 μm - DFG: 
0.1-20 THz 24

EHPSI- 
4NBS Pn - - OR: ~3.8 THz 32

Indolium-based

OHI-T Cc 0.7× OH1 at 2.09 μm 504 nm DFG:
0.1- 20 THz

This 
work



UOH1 I41 3.3× urea at 800 nm - OR: ~ 2.2 THz 25

PhMDA Pna21 - - OR: ~ 2 THz 26


