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4. CONTENTS
The dataset contains data for this study:

Elemental microanalyses (microanalysis.zip).

Electrospray mass spectra of the new ligands and complexes, including simulations of iron
complex peaks containing overlapping monoanion and dianion components (ESMS.zip).

'H and 3C NMR spectra of the new ligands, and paramagnetic *H NMR spectra of the
complexes (raw and processed data — NMR.zip).

X-ray powder diffraction data (measured and simulated — XRPD.zip).
Solid state magnetic susceptibility measurements (raw and processed data — SQUID.zip).
Density functional calculations (SPARTAN files — DFT.zip).

X-ray Crystallographic data (crystal.zip):
e Structure of «-1,3-bpp (CCDC 2169630).
Structure of £-1,3-bpp (preliminary structure solution — no CCDC number).
Structure of 1[BF4]4-nMe2CO at 250 K (CCDC 2169631).
Structure of 1[BF4]4-nMe2CO at 100 K (CCDC 2169632).
Structure of 1[BF4]4.2MeCN-EtO at 125 K (CCDC 2169633).
Structure of 1[BF4]>-mMeNOz at 125 K (CCDC 2169634).
Structure of 1[BF4]2-2MeNOz at 125 K (CCDC 2169635).
Structure of 2[BF4]4-MeNO2-Et>0 at 120 K (preliminary structure solution —
no CCDC number).
Structure of 2[ClO4], at 120 K (CCDC 2169636).
e Structure of 2[ClO4]4-3MeNO2-0.75H20 at 120 K (CCDC 2169637).

5. METHODS

Full details are provided in the related publication, listed above.



Ligands and other organic compounds referred to in this dataset
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2-(Pyrazol-1-yl)-6-(1H-pyrazol-3-yl)pyridine
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2-iodoethane
Cq3H12INs
[ ®
=z P
7NN 7N N TN
=N N~y =N N-N
\/ !
3-(3-{2-[Pyrazol-1-yl]pyrid-6-yl}pyrazol-1-yl)prop-1-ene 5-{2-[pyrazol-1-yl]pyrid-6-yl}-2,3-dihydro-
C44H43N5 pyrazolo[1,2-a]pyrazolium iodide
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1,4-Bis(3-{2-[pyrazol-1-yl]pyrid-6-y|}pyrazol-1-yl)- 2,6-Bis(3-{2-[pyrazol-1-yllpyrid-6-yl}pyrazol-1-yl)-
butane pyridine
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1,2-Bis(3-{2-[pyrazol-1-yl]pyrid-6-yl}pyrazol-1-yimethyl)- 1,3-Bis(3-{2-[pyrazol-1-yl]pyrid-6-y[}pyrazol-1-yl)-
benzene propane

C3gH24N1 CosHaoN1g



Metal complexes referred to in this dataset
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1[BF4l4
[Fea(1-L")5l[BF 414
Bis[1,4-Bis(3-{2-[pyrazol-1-yl]pyrid-6-yl}pyrazecl-1-yl)butane]diiron(ll) tetra[tetrafluoroborate]
Cs2HagB4F16Fe2N20

1[C10,]4

[Fea(s-L")2l[ClO414
Bis[1,4-Bis(3-{2-[pyrazol-1-yl]pyrid-6-yl}pyrazol-1-yl)butane]diiron(ll) tetraperchlorate
Cs2H45C14Fe2N20046
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Bis[2,6-Bis(3-{2-[pyrazol-1-yl]pyrid-6-yl}pyrazol-1-yl)pyridine]diiron(ll) tetra[tetrafluoroborate]
Cs4H3gB4F16Fe2N2



Metal complexes referred to in this dataset (continued)
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[1,2-Bis(3-{2-[pyrazol-1-yl]pyrid-6-yl}pyrazol-1-ylmethyl)benzeneliron(ll) diperchlorate
{Cs0H24Cl2FeNoOg}y



