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Figure S1: FTIR spectra of the as-synthesized compounds 1-4
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Figure S2. Experimental HRMS (+ve mode) spectra of (a){1-ClO4}", (b) {2-BF4}", (c) {3-
PFs} " and (d) {4-CF3S0;}" in CH;CN.



Figure S3: 1D chain-like stacked crystal packing pattern for compound 1 (i.e., ClO4) upon

growing the unit cell showing both intra-chain and inter-chain interactions (comparatively strong )
with the relevant interaction lengths providing the strong effective crystal field strength around the

Co(II)-spin-crossover centers.



Figure S4: 1D chain-like crystal packing pattern for compound 2 (i.e., BF4") upon growing the unit
cell showing only intra-chain interactions (comparatively weak) with the relevant interaction
lengths providing the moderately weak effective crystal field strength around the Co(II)-spin-

crossover centers.



Figure S5: 1D chain-like stacked crystal packing pattern for compound 3 (i.e., PFs’) upon growing
the unit cell showing both intra-chain and inter-chain interactions (comparatively strong) with the
relevant interaction lengths providing the strong effective crystal field strength around the Co(II)-

spin-crossover centers.



Figure S6: Crystal packing pattern for compound 4 (i.e., CF3SOs’) shows discrete individual

molecular moieties without any intra- and inter-chain molecular interactions providing the weakest

effective crystal field strength around the Co(II)-spin-crossover centers.



Powder X-ray diffraction (PXRD):
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Figure S7: PXRD Le Bail profile refinement of [Co(terpy-Cl),](ClO4), , (1, top left); [Co(terpy-

CI)2](BF4)2, (2, top right);

[Co(terpy-Cl),](PF¢)2, (3, bottom left); and [Co(terpy-

CI)2](CF3S0s3),, (4, bottom right) at room temperature.



EPR spectroscopy:

Table S1. EPR data of compound 1-4 at 8 K.

Compound g: g gx (g) Ag
1 2.303 2.040 1.958 2.078 0.345
) 2.308 2.070
2.076 1.957 0.351
3 2.247 1.997 1.953 2.119 0.294
4 1.948
2.226 2.050 2.105 0.278

(@)= ((13)(g. " +gy° +a N7, Ag’ =g




