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Figure 1. Crystal structure of [Tb,Cu,], with the thermal ellipsoids at the 50% probability level. Two repeating
units are shown. Hydrogen atoms are omitted for clarity. (b) Structural formula of [Tb,Cuy,],.
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Figure 2. Magnetization curves for
[Ln,Cu,], measured at 0.5 K, where Ln = g [TTTTTIINTITTT 5
(a) Tb and (b) Dy. Derivative curves are %’ | ! .%
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magnetization jumps.
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Figure 3. (a) Selected HF-EPR spectra of [Tb,Cu,], measured at 4.2 K as a function of frequency. The spectra
are offset in a linear scale of the frequency. (b) Frequency-field diagram for [Tb,Cu,],. Solid lines represent the
best linear fittings. Dotted lines are shown for a guide to the eye. (¢) Exchange coupling scheme for [Ln,Cu,].
The ground ferrimagnetic spin structure is drawn with arrows.
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Figure 4. (a) Selected HF-EPR spectra of [Dy,Cu,],, measured at 4.2 K as a function of frequency. The spectra
are offset in a linear scale of the frequency. (b) Expanded HF-EPR spectra at 4.2 K showing a minor absorption
band (denoted with red up arrows) together with a major one (blue down arrows). (¢) Frequency-field diagram of
two EPR absorption bands (major: blue filled square, minor: red filled triangle) observed at 4.2 K for [Dy,Cu,],,.
Solid lines represent the best linear fittings.
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Figure 5. Plot of the 4f-3d exchange parameters in [Ln,Cu,], 00 =65 6 6 68
as a function of the atomic number of the Ln ions. Solid line (Gd) (Tb) (Dy) (Ho) (En)
is shown for a guide to the eye. Atomic number Z
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