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Electronic Supplementary Information (ESI): synthesis and characterization of 1, 2, and 3.

[(NiL)Gd(hfac)2]: [Gd(hfac)3(H2O)2]·H2O1 (0.166 g, 0.2 mmol) in ethanol (20 cm3) and Et3N (0.02 g, 0.2 mmol) in ethanol (10 cm3) were added to an ethanol solution (20 cm3) of [Ni(HL)] (0.097 g, 0.2 mmol). The mixture was left at room temperature to deposit dichroic (pale green and pink) crystals. Yield: 0.114 g (54%). Anal.: calcd for C36H26F12GdN3NiO7: C 40.92, H 2.48, N 3.98%; found: C 41.10, H 2.52, N 3.80%. IR (KBr): (C=N) 1634; (C=O) 1652, 1664; (C–F) 1143, 1198, 1254 cm-1.

[(NiL)2Gd(NO3)]: Gd(NO3)3·6H2O (0.014 g, 0.03 mmol) in methanol (5 cm3) and Et3N (0.006 g, 0.06 mmol) in methanol (5 cm3) were added to a methanol solution (10 cm3) of [Ni(HL)] (0.029 g, 0.06 mmol). The mixture was left in a refrigerator overnight to form green crystals. Yield: 0.023 g (64%). Anal.: calcd for C52H48.4GdN7Ni2O9.2 = [Gd(NO3)(NiL)2]·0.2H2O: C 52.34, H 4.08, N 8.21%; found: C 52.10, H 3.69, N 8.16%. IR (KBr): (C=N) 1631; (N=O) 1473; (NO2) 1302 cm-1.

[(NiL)Gd(CH3COO)2(MeOH)]2: Gd(CH3CO2)3·4H2O (0.114 g, 0.24 mmol) in methanol (20 cm3) and Et3N (0.028 g, 0.24 mmol) in methanol (10 cm3) were added to a methanol solution (20 cm3) of [Ni(HL)] (0.136 g, 0.24 mmol). The mixture was left at room temperature to form red crystals. Yield: 0.161 g (76%). Anal.: calcd for C60H60Gd2N6Ni2O14 = [(NiL)Gd(CH3CO2)2]2: C 47.38, H 3.98, N 5.53%; found: C 46.96, H 3.73, N 5.38%. IR (KBr): (C=N) 1635; as(COO) 1612, 1546; s(COO) 1474 cm-1.
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