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Figure S1. 'H NMR spectrum for the silane [(3-triethoxysilyl)propyl]succinic anhydrid in

deuterated CDCls.
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Figure S3 . Picture of 1Si-3, where bulk-like layers of 1 can be observed with the naked eye

and AFM images of 2Si-2 after 24 h deposition time.
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Figure S4. Set of AFM images of 1Si-1 on different parts of the same 0.5 cm x 0.5 cm wafer,

corroborating the homogeneity of the surface.
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Figure S5. Comparison between Si2p XPS peaks of (a) 2Si-1 (1 nm thick layer) and (b) 2Si-2 (4
nm thick layer).
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Figure S6. MALDI-ToF peaks from the reaction mixture of 1 (a) and 2 (b).
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Figure S7. The MALDI-ToF spectra from 2Si-2 (4 nm thick layer).
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Figure S8. Magnetism for 1 [(Euz(SYML)3(H20)]-H20. The T value decreases as T decreases,
to a value of nearly zero at 2 K, in agreement with weak antiferromagnetic interactions
between the Eu(lll) ions. The magnetization vs. field data at 2 K are in agreement with a
diamagnetic ground state at 2 K with population of excited states due to the Zeeman effect

as the field increases.



Computational details: Ab initio calculations

The ab initio magnetic study of complexes 1 and 2 was carried out using the dinuclear units
extracted from the crystal structures. The electronic structure of the complexes, including
spin-orbit effects, was computed with CASSCF as implemented in the openMolcas 18.09
package. [1] In these calculations one of the central Eu or Dy atoms was replaced by the
diamagnetic analog La(lll) in order to eliminate the magnetic interaction between lanthanoid
centers and thus, to produce a clean spin-orbit pattern. In order to get the electronic structure
for each lanthanoid, two independent calculations were performed for each complex. Ab
initio CASSCF(7,6) calculations, including 7, 140, 113 and 123 states for septet, quintet, triplet
and singlet multiplicities, respectively, were performed for complex 1. In the case of complex
2, these calculations imply a (7,9) active space for which 21, 128, and 98 states were
considered to describe the sextet, quartet, and doublet multiplicities, respectively. The all-
electron ANO-RCC basis set [2] was employed in these calculations, including the following
contractions: Eu, Dy and La [8s7p4d3f2glh], O and N [4s3p2d1f] and [3s2p1d] for atoms
directly attached or far away from the metal centers, respectively, C [3s2p] and H [2s]. The
spin—orbit coupling was introduced as implemented in the Restricted Active Space State
Interaction (SO-RASSI) approach, and the magnetic properties were obtained with the
SINGLE_ANISO code. 3]

The Magellan software [4,] has been employed to estimate the main anisotropy axis for the

Dy atoms in compound 2.
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