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Fig. S1. Thermolysis of complex 1: under argon (left), in air (right).
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Fig. S2. Field dependences of the magnetization for complexes 4, 5 and 6 (top, middle and bottom
parts of the figure respectively) plotted as M vs. H (left) and M vs. H/T (right) below 8 K. Solid lines

are guides.
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Fig. S3. Frequency dependences of the real (3, top) and imaginary (¥", bottom) parts of the ac
susceptibility at 18 K with different ac frequency between 10 and 10000 Hz and different dc-field
between 0 and 2000 Oe (left) and between 2000 and 15000 Oe (right) for a polycrystalline sample of

compound 5. Solid lines are guides.
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Fig. S4. Field dependence of the characteristic ac frequencies of the relaxation mode - from Figure S3
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at 18 K for a polycrystalline sample of 5. Solid lines are visual guides.
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Fig. SS. Frequency dependences of the real (¥, top) and imaginary (3", bottom) parts of the ac
susceptibility at 1.9 K with different ac frequencies between 10 and 10000 Hz and different dc-fields
between 0 and 10000 Oe for a polycrystalline sample of 4. Solid lines are guides.
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Fig. S6. Field dependence of the characteristic ac frequencies of the relaxation mode - from Figure S5

at 18 K for a polycrystalline sample of 4. Solid lines are visual guides.
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Fig. S7. Temperature (left) and frequency (right) dependences of the real (¥, top) and
imaginary (", bottom) parts of the ac susceptibility, between 10 and 10000 Hz and between 1.8 and

12 K respectively, for 4 in 2000-Oe dc field. Solid lines are visual guides. Inset: zvs. T*! plot for 4 in
2000-Oe dc-field. Solid black line is the best fit to the Arrhenius law.
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Fig. S8. 'H NMR spectrum of complex 8 (300 MHz, CDCIs). The signal of residual CHCls,

which overlaps with the signal of phenyl, is marked by an asterisk.
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Fig. S9. X-ray Rietveld refinement profiles for [Pr(fca);(bpy)]-PhMe (1) recorded at room
temperature. The red line is calculated profile, blue line is experimental profile. The bottom trace

shows the difference curve. The vertical bars indicate the calculated positions of the Bragg peaks.



