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Additional experimental data
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Figure S1: Comparison of the powder X-ray diffraction pattern of [Fe(Leq)(bpea)], (1)

and {[Fe(Leg)(bpea)]-0.25 MeOHy}, (synthesised in methanol, calculated from single
crystal data) [1].
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Figure S2: Plot of the xuT product versus temperature for 2.
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Figure S3: M6sshauer spectra of 1 (top), 2 (centre) and 3 (bottom). In each case one
single doublet is observed with Méssbauer parameters (Table S1) characteristic for
an iron(ll) HS complex.

Table S1: Mdssbauer parameters of the samples 1, 2 and 3.

sample site 0 [mm/s] AEqg [mm/s] [ [mm/s] Area [%]
1 Fe(Il) HS | 0.947(3) 2.210(6) 0.147(5) 100
2 Fe(ll) HS 0.966(4) 2.216(7) 0.164(6) 100
3 Fe(ll) HS 0.944(3) 2.240(6) 0.156(5) 100
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Figure S4: IR spectra of 1a—e (top left), 2a—e (centre left) and 3a—e (bottom left) and
the relevant area between 2000 and 750 cm™* to show the C=0 vibration band the
samples la—e (top right), 2a—e (centre right) and 3a—e (bottom right).
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Figure S5: Mossbauer spectra of le (left) and 3d (right). The red doublet
corresponds to and iron(ll) HS species and the blue doublet corresponds to an

iron(Il) LS species. The Mdssbauer parameters are given in Table S2.

Table S2: Mdssbauer parameters of the samples 1d, 1le, 3d and 3e.

sample site O [mm/s] AEqg [mm/s] " [mm/s] Area [%]
1d Fe(ll) LS 0.28(11) 0.65(18) 0.24(14) 26(9)
Fe(ll) HS | 0.951(14) 2.21(3) 0.132(19) 74(9)
le Fe(ll) LS 0.34(6) 0.79(12) 0.17(8) 28(9)
Fe(l) HS | 0.951(14) 2.21(3) 0.12(2) 72(9)
3d Fe(ll) LS 0.28(6) 0.90(12) 0.12(6) 17(6)
Fe(ll) HS 0.95(2) 2.15(4) 0.17(2) 83(9)
3e Fe(I) HS | 0.958(12) 2.17(2) 0.161(18) 100
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Figure S6: DLS measurement of the nanocomposites in THF, 43 wt %. Correlation
functions of la—e (top left), 2a—e (centre left) and 3a—e (bottom left) and the resulting
hydrodynamic diameter of the polymeric micelles in THF of la—e (top right), 2a—e
(centre right) and 3a—e (bottom right).
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Table S3: Summarised characterisation for the different composite samples (1a—3e).
An exemplary TEM picture and the size distribution are given for TEM
measurements. The patrticle sizes are given in the pictures.
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Figure S7: Exemplary TEM picture of [FelLeq(bpea)].@BCP after two cycles
synthesised in toluene to show microcrystals of the coordination polymer.

S13



1a

20

2e

2a

26[]

3e

!

3a

T T T T
5 10 15 20 25 30
261

Figure S8: Powder X-ray diffraction pattern of 1 and la—e (top), 2 and 2a—e (centre)
and 3 and 3a—e (bottom).
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Figure S9: xmT vs T plots of the samples 1d (top left), 1e (top right), 3d (bottom left)
and 3e (bottom right). The results for the samples 2d (centre left) to 2e (centre right)
are identical to the bulk material [FeLeq(bpee)]n; the xuT product is constant in the
temperature region investigated and no indication for spin crossover is observed.
This is not surprising, as relatively large microcrystals are observed.
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