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Fig. S3 The shortest O---O distance in 2. (02---O2#1: 9.996 A).
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Fig. SS§ Powder X-ray diffractions of 1-2.
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Fig. S6 Powder X-ray diffractions of 3.
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Fig. S7 Field dependence of the magnetization at 2 K for complex 2.
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Fig. S8 Field dependence of the magnetization at 2 K for complex 3.



>
4 = 10Hz 2.4
- L 20 D o
- ] s 100Hz oo~
ol N o <" s 100Hz
Eel 1t T oot g 161 v 300H
£, ew |l o
~ ] [ 4
S . S
3 4] . 308 7,
E 3
"‘ 0-4' A M <>
2 *e . ALY o,
i Sae 0.0- ::!‘z;;"illittttil‘t
10 2 4 6 8 10

T/K T/K

Fig. S9 Temperature dependence of the in-phase (y") (left) and out-of-phase (")
(right) components of the ac magnetic susceptibility for complex 2 under zero dc field.
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Fig. S10 Frequency dependence of the in-phase (y") and out-of-phase (y”)

components of the ac magnetic susceptibility for complex 2 under 3000 Oe dc field.
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Fig. S11 Temperature dependence of the in-phase (y") (left) and out-of-phase (")

(right) components of the ac magnetic susceptibility for complex 3 under zero dc field.



Table S1. Selected bond lengths (A) and bond angles (°) in complex 1.

Gd(1)-0(1)
Gd(1)-0(3)
Gd(1)-0(4)
Gd(1)-0(5)
Gd(1)-0(6)
Gd(1)-0(7)
Gd(1)-0(8)
Gd(1)-0(9)
Gd(1)-N(3)
0(1)-Gd(1)-0(6)

0(1)-Gd(1)-0(8)
O(1)-Gd(1)-N(3)
0(3)-Gd(1)-0(1)
0(3)-Gd(1)-0(4)
0(3)-Gd(1)-N(3)

2.423(3)
2.380(3)
2.382(3)
2.388(3)
2.468(4)
2.375(3)
2.465(3)
2.397(3)
2.701(4)
124.36(11
)
68.37(10)
67.68(11)
138.02(10)
74.60(11)
73.91(11)

0(4)-Gd(1)-0(1)
0(4)-Gd(1)-0(5)
0(4)-Gd(1)-0(9)
0(4)-Gd(1)-N(3)
O(5)-Gd(1)-N(3)
0O(5)-Gd(1)-O(1)
0O(5)-Gd(1)-0(6)
0(6)-Gd(1)-N(3)
O(7)-Gd(1)-O(1)

0(7)-Gd(1)-O(4)

0(7)-Gd(1)-N(3)
0(8)-Gd(1)-0(6)
0(8)-Gd(1)-N(3)
0(9)-Gd(1)-0(1)
0(9)-Gd(1)-N(3)

75.61(11)
138.98(12)
131.31(11)
67.54(12)
140.10(11)
135.81(11)
69.73(11)
129.94(11)
71.02(11)
93.17(11)

137.52(11)
128.44(11)
101.56(12)
105.75(11)
68.52(11)

Table S2. Selected bond lengths (A) and bond angles (°) in complex 2.

Tb(1)-0(1)
Tb(1)-0(3)
Tb(1)-0(4)
Tb(1)-0(5)
Tb(1)-0(6)
Tb(1)-0(7)
Tb(1)-0(8)
Tb(1)-0(9)

2.415(4)
2.367(3)
2.367(3)
2.465(4)
2.364(3)
2.366(3)
2.449(3)
2.397(3)

0(4)-Tb(1)-O(1)
0(4)-Tb(1)-O(5)
0(4)-Tb(1)-0O(9)
0O(4)-Tb(1)-N(3)
O(5)-Tb(1)-N(3)
0O(6)-Tb(1)-O(1)
0(6)-Tb(1)-O(4)
0O(6)-Tb(1)-N(3)

138.10(11)
70.43(11)
73.79(12)
73.58(12)
129.51(11)
135.69(11)
85.31(11)
139.96(12)




Tb(1)-N(3)

O(1)-Tb(1)-O(5)
O(1)-Tb(1)-O(8)
O(1)-Tb(1)-N(3)
0(3)-Tb(1)-O(1)
0(3)-Tb(1)-O(8)
0(3)-Tb(1)-N(3)

2.698(4)
124.32(12)
68.37(11)
67.97(11)
75.36(11)
143.43(11)
67.43(12)

O(7)-Tb(1)-0(1)
O(7)-Tb(1)-O(4)
O(7)-Tb(1)-N(3)
0(8)-Tb(1)-0(5)
O(8)-Tb(1)-N(3)
0(9)-Tb(1)-0(5)
0(9)-Tb(1)-N(3)

70.92(11)
139.20(12)
137.60(12)
128.60(10)
101.85(11)
105.94(12)
68.68(11)

Table S3. Selected bond lengths (A) and bond angles (°) in complex 3.

Dy(D)-O(1)
Dy(1)-0(3)
Dy(D)-0(5)
Dy(1)-0(6)
Dy(D)-0(7)
Dy(1)-O(8)
Dy(1)-N(3)
Dy(1)-N(8)
Dy(2)-0(9)
Dy(2)-0(10)
Dy(2)-O(11)
Dy(2)-0(12)
Dy(2)-O(13)
Dy(2)-O(14)
Dy(2)-O(15)
Dy(2)-0(16)
O(1)-Dy(1)-0(3)
O(1)-Dy(1)-0(5)
O(1)-Dy(1)-0(7)
O(1)-Dy(1)-N(3)
O(1)-Dy(1)-N(8)

2.307(5)
2.311(5)
2.347(5)
2.311(5)
2.334(5)
2.304(5)
2.537(6)
2.527(6)
2.325(4)
2.335(4)
2.399(6)
2.341(5)
2.307(5)
2.400(5)
2.339(6)
2.326(5)
93.42(19)
141.67(18)
83.19(19)
70.59(19)
70.48(18)

O(3)-Dy(1)-0(5)
O(3)-Dy(1)-0(6)
O(3)-Dy(1)-N(3)
O(5)-Dy(1)-N(3)
O(5)-Dy(1)-N(8)
0(6)-Dy(1)-0(5)
0(6)-Dy(1)-0(7)
0(6)-Dy(1)-N(3)
O(7)-Dy(1)-0(5)
O(7)-Dy(1)-N(3)
O(8)-Dy(1)-0(3)
O(8)-Dy(1)-0(5)
O(8)-Dy(1)-N(3)
N(8)-Dy(1)-N(3)
0(9)-Dy(2)-0(10)
0(9)-Dy(2)-0(12)
0(10)-Dy(2)-0(12)
0(10)-Dy(2)-O(15)
0(12)-Dy(2)-O(14)
0(13)-Dy(2)-O(15)
0(15)-Dy(2)-0(14)

83.06(19)
145.91(17)
69.67(17)
140.19(17)
70.48(18)
74.02(18)
74.56(18)
71.22(18)
123.1(2)
139.20(12)
88.40(19)
71.98(19)
78.6(2)
122.0(2)
74.26(17)
87.61(16)
141.61(18)
73.65(19)
69.39(18)
86.2(2)
75.85(19)




