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Figure S1. FT infrared spectrum of 1.
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Figure S2. The negative ESI-MS of 1.
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  Figure S3. The positive ESI-MS of 1.
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Figure S4. Stacking graph of the anions and cations for 1.
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Figure S5. One-dimensional column of [4CNBzIQl]+ cations through π···π interactions between the isoquinoline rings.
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Figure S6. Experimental UV-vis spectra for 1 (Red line) and theoretical UV-vis spectra of the [Ni(mnt)2]− anion (Blue line).
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Figure S7. The SOMO/HOMO-LUMO energy gap of the [Ni(mnt)2]− anion at 478 nm and 829 nm. 
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Figure S8. The d(χMT)/dT versus T for 1.

Table S1. Hydrogen bonds for 1 (Å and º) at different temperature

	D(H(((A
	d(D(H)
	d(H(((A)
	d (D(((A)
	((DHA)

	Compound 1 at 293 K

C(16)–H(16)···N(2) #1

C(24)–H(24)···N(3) #2

Compound 1 at 85 K

C(15)–H(15)···N(3) #3
C(16)–H(16)···N(3) #3

C(19)–H(19)···N(4) #4

C(24)–H(24)···N(2) #5
	0.930

0.930

0.990

0.950

0.950

0.950
	2.420

2.550

2.590

2.400

2.550

2.430
	3.307(13)

3.357(14)

3.432(12)

3.281(14)

3.411(18)

3.287(15)
	159.0

146.0

143.0

155.0

152.0

149.0


Symmetry transformations used to generate equivalent atoms: #1 = x - 1, y - 1, z - 1; #2 = - x, - y + 1, - z + 1; #3 = x - 1, y - 1, z; #4 = - x + 2, - y, - z + 2; #5 = -x + 1, - y + 1, -z + 1.
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HOMO plot E(HOMO) = −35.57 ev





LUMO+1 plot E(LUMO+1) = −0.065 ev





ΔE = 35.63 ev (478 nm)





HOMO plot E(HOMO) = −35.57 ev





SOMO plot E(SOMO) = −1.46 ev





ΔE = 34.11 ev (829 nm)
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