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Figure S1. Experimental and calculated tunnelling relaxation times for a set of 24 molecular 

complexes. Blue and green circles correspond to values calculated with the original and 

updated model of the spin-dipolar model.
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Table S1. Experimental and calculated tunnelling relaxation time for the 24 molecular 

systems of the model benchmark set.

REFCODE
𝑙𝑜𝑔10(𝜏/𝑠) Reference

Experimental Calculated
Old 

Model
New 

Model
BAJSIQ -3.34 -4.59 -4.74 1

DARTOH -2.20 -3.85 -4.42 2

DARTUN -1.86 -3.53 -4.35 2

EJASIT -3.01 -3.20 -3.81 3

FUMCUN01 1.16 2.65 1.29 4

GAQGOX -2.31 -2.65 -2.99 5

GUYRAU -2.68 -3.72 -4.47 6

IMOVAJ -0.46 -1.94 -2.18 7

LIRQUB 4.40 4.27 4.27 8

NAFMIT 1.48 3.91 3.58 4

OLUJEM -4.04 -3.48 -4.28 9

PAXRIS -3.30 -3.24 -3.56 10

PUKFAF -1.77 -1.59 -1.98 11

QUQKUK -1.29 -1.67 -2.07 12

QUQLEV -2.40 -2.19 -2.62 12

TEKXUF -2.49 -2.03 -2.17 13

TEKYAM -0.27 0.82 0.82 13

UCEZUZ -2.88 -3.20 -3.96 14

UCIBAL -2.23 -2.72 -3.47 14

VORCUD -0.19 1.59 1.43 15

WIRHAJ 2.64 3.01 3.11 16

WIRHEN 2.65 3.65 3.85 16

ZAVSOH 1.23 3.74 3.49 17

ZIFPIQ 0.15 1.34 1.19 18
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Table S2. Selected crystallographic information and calculated tunnelling relaxation 

times for the ten coordination polymers with the highest positive departure from the 

expected tunnelling relaxation time. Several repetitions of the system with Refcode 

DOGFEO13 were cleared from the list as they presented essentially identical 

parameters.

log10(τ)/s
Lattice Parameters

(average)
CCDC 

Refcode
a b c α β γ  

GAPFIM 11.670 5.440 21.841 90 90 90 -4.48
NUCPOS 7.671 6.820 25.658 90 94.011 90 -3.40

DOGFEO13 5.829 5.829 19.214 90 90 120 -4.14
PEBZAA01 6.551 6.551 18.517 90 90 120 -4.10

OLIDUK 6.691 6.691 18.601 90 90 120 -4.07
WUYTIV 6.669 6.669 18.371 90 90 120 -4.09
POSYIJ 6.648 6.648 19.091 90 90 120 -4.04
PICQIF 6.568 6.568 18.640 90 90 120 -4.09

NIGROM 11.569 6.756 12.088 90 103.44 90 -3.80
NIGRAY 11.636 6.824 12.168 90 103.76 90 -3.79
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