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Figure S1. Catalytic hydrolysis transformation of the paramagnetic ligand. In addition, both intermediate
hydrolysates and the products of their condensation with the initial radical can be also formed.
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Table S1. Geometry analysis of the complexes by SHAPE software

compound C4/(Spherical capped square antiprism) | Dax(Spherical tricapped trigonal prism) | Cg(Muffin)
[1]:0.5CHJCl»-0.5E1,0 0.414 1.300 1.118
[2]:CH.Cl, 0.457 1.104 1.217

*SHAPE 2.1 program for the stereochemical analysis of molecular fragments by means of continuous shape measures and associated tools.

http://www.ee.ub.edu/

Table S2. Crystal data and structure refinement for compounds 1-3.

Identification code 1-0.5CH2Cl2:0.5E+20 2-:CH:Cl2 3
Empirical formula Ca55H3sC1DyFoN6O13553 CssH34Cl2EuFsN6O13S3 CasHasEu2F12NsO1854
Formula weight 1229.85 1224.71 1670.99
Temperature/K 150(2) 150(2) 150(2)
Space group P2i/c P2i/c P2i/n
a/A 17.5302(5) 17.6466(4) 13.395(13)
b/A 13.8515(4) 13.9526(4) 11.949(10)
/A 19.7023(5) 19.5398(5) 18.053(17)
pB/° 90.8890(10) 91.9500(10) 96.106(16)
Volume/A3 4783.5(2) 4808.2(2) 2873(5)
4 4 4 2
Qaaleg/cm? 1.708 1.692 1.931
p/mm-? 1.850 1.645 2.427
F(000) 2452.0 2440.0 1640.0
Crystal size/mm? 0.14 x 0.1 x 0.1 0.12x0.11x0.1 ?x?2x7?
Radiation MoKa (A =0.71073) MoKa (A =0.71073) MoKa (A =0.71073)
20 range for data collection/® 3.594 to 51.362 3.588 to 55.794 3.998 to 37.792
Index ranges 21<h<21,-16<k<16, | -23<h<23,-18<k<18,| -12<h<11,-9<k<9,
-24<1<23 -25<1<25 -16<1<16
Reflections collected 49043 71764 5053
Independent reflections 9073 [Rint = 0.0594, Rsigma =| 11480 [Rint = 0.0596, {1988 [Rint = 0.1388, Rsigma =
0.0409] Rsigma = 0.0392] 0.1710]
Data/restraints/parameters 9073/64/653 11480/67/661 1988/18/285
Goodness-of-fit on F2 1.045 1.020 1.009

Final R indexes [[>=20 (I)]
Final R indexes [all data]
Largest diff. peak/hole / e A3

=0.0476, wR2=0.1270 | R1 =

R1=0.0568, wR2=0.1362
2.06/-1.27

R1=0.0661, wR2=0.1428
2.02/-0.89

0.0514, wR2=0.1311 | R1 =

0.0762, wR2=0.1578
R1=0.1507, wR2=0.1943
0.92/-0.77
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Figure S2. FTIR spectra of 1 and 2.
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Figure S3. M/H plots for 1 and 2 at the 2, 5 and 10 K.
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Figure S4. PRX patterns (plots) and theoretical simulations (blue lines) for 1 (Dy) (a) and 2 (Eu) (b).



