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Table S1. Short intra— and intermolecular contacts detected in the crystal structures of 1-4.

D—HeseA D—H Heee A DeseA [A] D—HeeeA [°]
Compound 1
C(13)-H(13)***N(971) 0.93 2.61 3.419(4) 145.4
C(14)-H(14A)***N(97m) 0.97 2.62 3.495(6) 150.1
Compound 2
C(2)-H(2)***N(98n) 0.93 2.51 3.407(6) 163.7
Compound 3
C(15)-H(15C)***N(94) 0.96 2.55 3.291(6) 133.9
Compound 4
N(4)-H(4A)***N(20) 0.86 2.35 3.209(3) 174.3
N(4)-(H4B)***N(97m) 0.86 2.25 3.083(3) 163.9

Symmetry transformations used to generate equivalent atoms: (1): x,1+y,z; (m):—1/2+x,1/2—y, —1/2+z; (n): —x,1—
y,1-z; (0): 1/2—x,1/2—y,1—z.



Table S2. Selected ac magnetic data for 1, 2, and 3 at different dc applied fields.

Compound H? (G) 7P x 100 (s) E} (em™) o s (cm*mol™) ¢ (cm?mol™")
0233 (25K) 0329 (2.5K) 1.044 (2.5 K)
1 1000 1.37 560 0227(3.0K) 0281 (3.0K) 0.898 (3.0 K)
0.189 (3.5K)  0.255 (3.5K) 0.775 (3.5 K)
0203 (25K)  0.088 (2.5 K) 0.837 (2.5 K)
1 2500 0.87 7.74 0.188 (3.0K) 0.075(3.0K) 0.808 (3.0 K)
0.160(3.5K)  0.070 (3.5K) 0.739 3.5 K)
2 500 1.44 4.53 — - —
0.115(2.6K) 0202 (2.6 K) 0.649 (2.6 K)
2 1000 1.54 533 0.0953.0K) 0.182(3.0K) 0.577 (3.0 K)
0.066 (3.4K) 0.172 3.4 K) 0.515 (3.4 K)
0.103 (2.6 K)  0.052 (2.6 K) 0.509 (2.6 K)
2 2500 037 924  0.087(3.0K) 0.048 (3.0K) 0.505 (3.0 K)
0.069 (3.4K)  0.047 3.4 K) 0.478 (3.4 K)
0.099 (55K)  0.288 (5.5 K) 0.299 (5.5 K)
3 500 0.72 1148 0087 (6.0K) 0.266 (6.0 K) 0.275 (6.0 K)
0.076 (65K)  0.250 (6.5 K) 0.258 (6.5 K)
0.047 (55K)  0.268 (5.5 K) 0302 (5.5 K)
3 1000 0.63 13.81 0.042 (6.0K) 0.255 (6.0 K) 0.286 (6.0 K)
0.056(6.5K)  0.241 (6.5 K) 0.267 (6.5 K)
0.158 (5.5K)  0.260 (5.5 K) 0.293 (5.5 K)
3 2500 0.71 15.44 0.060 (6.0 K)  0.240 (6.0 K) 0.285 (6.0 K)
0.021 (6.5K)  0.227 (6.5K) 0.269 (6.5 K)

@ Applied dc magnetic field. ® The values of the pre—exponential factor (zy) and activation energy (E,) are calculated through
the Arrhenius law [ 7= 7y exp(E./kgT)].c The values of the o parameter, adiabatic (ys) and isothermal (yr) susceptibilities are
calculated from the experimental data at different temperatures through the generalized Debye law (see text).
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Figure S1. Solid reflectance spectra of 1-3.
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Figure S2. TGA of 2 (red line) and 3(black line) under dry N, atmosphere.
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Figure S3. X-ray powder diffraction pattern of 1 at room temperature, together with the

calculated pattern from the single crystal data.
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Figure S4. X-ray powder diffraction pattern of 2 at room temperature, together with the

calculated pattern from the single crystal data.
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Figure SS. X-ray powder diffraction pattern of 3 at room temperature, together with the

calculated pattern from the single crystal data.
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Figure S6. Frequency dependence of the in—phase (a) and out-of-phase (b) ac
susceptibilities for 1 under an applied static field Hy. = 1000 G with a £5.0 G oscillating field
at frequencies in the range 1-10 kHz. The insets show the Cole—Cole plots at 2.5, 3.0 and 3.5

K (a) and the Arrhenius plot (b) in the high temperature region. The solid lines are the best fit
curves (see Table S2).
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Figure S7. Frequency dependence of the in—phase (a) and out—of—phase (b) ac susceptibilities
for 2 under an applied static field Hy. = 500 G with a £5.0 G oscillating field at frequencies in
the range 1-10 kHz. The insets show the Cole—Cole plots at 2.5, 3.0 and 3.5 K (a) and the
Arrhenius plot (b) in the high temperature region. The solid lines are the best fit curves (see
Table S2).
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Figure S8. Frequency dependence of the in—phase (a) and out—of—phase (b) ac susceptibilities
for 2 under an applied static field Hyg. = 1000 G with a £5.0 G oscillating field at frequencies
in the range 1-10 kHz. The insets show the Cole—Cole plots at 2.4, 3.0 and 3.6 K (a) and the
Arrhenius plot (b) in the high temperature region. The solid lines are the best fit curves (see
Table S2).
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Figure S9. Frequency dependence of the in—phase (a) and out—of—phase (b) ac susceptibilities
for 3 under an applied static field Hy. = 500 G with a 5.0 G oscillating field at frequencies in
the range 1-10 kHz. The insets show the Cole—Cole plots at 5.5, 6.0 and 6.5 K (a) and the
Arrhenius plot (b) in the high temperature region. The solid lines are the best fit curves (see
Table S2).
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Figure S10. Frequency dependence of the in—phase (a) and out—of-phase (b) ac
susceptibilities for 3 under an applied static field Hy. = 1000 G with a £5.0 G oscillating field
at frequencies in the range 1-10 kHz. The insets show the Cole—Cole plots at 5.5, 6.0 and 6.5

K (a) and the Arrhenius plot (b) in the high temperature region. The solid lines are the best fit
curves (see Table S2).




