Table S1 Selected interatomic distances d /pm for
(CH3NH3),[Gdy(CCL3CO0)6(H20)6](CC13COO0), -2CCI3COOH (1) and
(NH;3CH3),[Gd4(OH)4(CCI3:CO0);19(H20)6] -2H,0 (2)

(1) d /pm 2) d /pm
Gdl -O11  238.4(4) Gdl -0l  239.3(8)
—0129  237.1(4) ~02  238.8(9)
—021  239.5(5) ~04  237.1(8)
—021Y  290.9(4) ~001  238.9(8)
—022Y  247.5(4) —012  240.7(12)
~031  233.2(4) —041 244.8(11)
—O1W  243.3(4) ~071  234.7(9)
—O2W  239.4(4) —O1W 246.9(10)
—O3W  248.2(5) Gd2 -02  244.2(8)
~Gd1?  420.2(3) ~03  236.2(9)
N1 —022” 294.4(3) —~04  237.609)
—0419  295.3(3) —042  234.9(11)
—0429  280.6(1) ~081  232.9(13)
~0519  307.8(3) ~O3W 244.8(10)
—02W9 311.2(2) —04W 241.7(11)
Cll -0O11  124.1(7) —O6W 242.5(12)
—012  123.6(7) Gd3 -0l  239.2(9)
C21 -021  123.9(8) —02  241.8(8)
—022  124.0(7) ~03  242.9(8)
C31 -031  123.8(7) ~002  250.3(10)
—032  122.3(7) —021 243.4(11)
C41 -041  122.009) ~062  251.4(10)
—042  124.909) —082  241.6(13)
C51 -051  118.9(8) ~091  239.7(10)
~052  129.3(9) ~02W 249.7(8)
Gd4 -O1  240.1(8)
03 238.7(9)
~04  239.4(9)
—0O11 236.0(11)
~031  233.3(10)
~051  232.3(9)
—061  240.9(9)
~O5W  249.5(13)
Gdl -Gd2  382.6(1)
~Gd3  387.3(1)
~Gd4  382.2(1)
Gd2 -Gd3  385.3(1)
~Gd4  380.3(1)
Gd3 -Gd4  388.0(1)
N1 -0229 280.3(2)
—072  279.4(3)
~O7TW 284.0(3)
N2  -002 289.2(3)
—062  282.3(3)
—O2W 284.2(3)

Symmetry transformations used to generate atoms:

a)_X)_Ya_Z+ 1 5 b)_X:_y+ 1 ’_Z+ 1 ; C)X,Y"_ 1 »Z; d)_X+ 1 7_y+ 1 L, e)_X+ 1 ’_y+27_z



U eff

~ e G P
P S STAVATAVE AV

0 2 4 6 8 T [K]
5 L] L] ] L] L 1

0 50 100 150 200 250 300

Fig. S1 Comparison of measured (O,H™:500 Oc; A, H”:1000 Oc) and calculated (— ) effective Bohr magneton numbers for 1.
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Fig. S2 Comparison of measured (O,H™:500 O¢; A, H"”:1000 Oe¢) and calculated (—) effective Bohr magneton numbers for 3.





