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Figure S1. Comparison of the bond lengths in the most energetically favorable tautomers of TDAHHp.



Table S1. Energies of the donor-acceptor interactions of the type LP(N)—oc*(N-H) extracted from the results of the NBO

analysis and corresponding values of EHB determined from AIM calculations.

TDAHHp
Eeun'?, keal mol™ Enp. o1, kcal mol™
6*3.69 =22.14 6%4.29=25.74
1PT-1
Donor Acceptor E(z), Eug,
kecal mol! kcal mol™!
162.LP( 1)N 37 /*** BD*( 1)N 21-H 48 4.73 4.83
165.LP( 1)N 40 /*¥*¥% BD*( 1) N 21-H 48 4.02 4.54
152.LP( 1)N 20 /*** BD*( 1)N 36-H 47 9.05 7.44
163.LP( 1) N 38 /*¥** BD*( 1)N 36-H 47 0.73 -
163.LP( 1)N 38 /*** BD*( 1)N 19-H 28 2.12 3.24
160. LP ( 1) N 35 /*** BD*( 1)N 19-H 28 4.72 4.94
25.37 24.99
2PT-3
Donor Acceptor E®@, Eug,
keal mol™ kcal mol™!
160.LP ( 1) N 35 /*¥** BD*( 1)N 19-H 28 5.91 5.46
163.LP ( 1) N 38 /*¥** BD*( 1)N 19-H 28 2.61 3.65
152.LP( 1)N 20 /*¥** BD*( 1)N 36-H 47 9.43 7.55
163.LP( 1) N 38 /*¥** BD*( 1)N 36-H 47 0.76 -
153.LP( )N 21 /*** BD*( 1)N 37-H 48 10.06 7.92
164.LP( 1)N 39 /*** BD*( 1)N 37-H 48 0.71 -
165.LP( 1)N 40 /*** BD*( 1)N 37-H 48 0.52 -
30.00 24.58
3PT
Donor Acceptor E(Q), Eug,
kcal mol™! kcal mol™!
I51.LP( )N 19 /*** BD*( 1)N 37-H 46 10.33 7.97
164.LP( 1) N 35 /*** BD*( 1)N 37-H 46 0.73 -
153.LP( )N 20 /*¥** BD*( 1)N 38-H 47 10.33 7.97
165.LP ( 1) N 36 /*¥** BD*( 1)N 38-H 47 0.73 -
I55.LP( )N 21 /*¥** BD*( 1)N 39-H 48 10.33 7.97
163.LP( 1)N 34 /*¥** BD*( 1)N 39-H 48 0.73 -
33.18 23.91




Table S2. Symmetry and energy levels (in eV) of the highest occupied and lowest unoccupied molecular orbitals for TDAHHp.

MO TDAHHp
Unoccupied sym E,eV  Degeneracy
LUMO+4 2a,°*%  -1.24 1
LUMO+3 2e% 277 2
LUMO+2 la,’*  -2.80 1
LUMO+1 lay’*  -2.95 1
LUMO le”’*  -3.52 2
Occupied
HOMO 2e” -6.65 2
HOMO-1 lay -7.50 1
HOMO-2 la,” -7.54 1
HOMO-3 2¢’ -7.75 2
HOMO-4 2a,>  -7.87 1
HOMO-5 la,” -8.22 1
HOMO-6 le” -8.23 2
HOMO-7 le’ -8.47 2

&

HOMO HOMO

LUMO

Figure S2. Frontier molecular orbitals of TDAHHp.
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