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Table S1. Calculated bond length alternation (BLA, A) of 4,4’-bipyridinium moieties
of the studied complexes.

complex e [2]oren Bloren (4]0,
BLA 0.0535 0.0545 0.0462 0.0507

complex (1 215 315 (415
BLA 0.0413 0.0423 0.0411 0.0409

Table S2. The S, B,, B..and B, (107 esu) at various levels of theory.

functional B. B, B Ba
LN B3LYP 386 02 -04 386

PBE1PBE 33.8 0.1 -03 337
BHandHLYP 28.8 0.1 -03 288
CAM-B3LYP 261 0.1 -03 26.1

LC-BLYP 190 01 -02 19.0

®B97XD 233 01 -02 233

[2]5im B3LYP 580 3.8 27 581
PBEIPBE 334 222 20 335
BHandHLYP 7.8 04 13 8.0
CAM-B3LYP 89 04 14 90
LC-BLYP 14 20 15 29
©B97XD 64 01 14 66

[3Tim B3LYP 60.6 -05 -1.1 606
PBE1PBE 543 05 09 543
BHandHLYP 445 -03 57 449
CAM-B3LYP 452 -04 54 456
LC-BLYP 323 02 134 350
®B97XD 404 03 75 411

[4]5m B3LYP 2460 7.1 3.0 246.1

PBEIPBE 1999 57 24 1999

BHandHLYP 1202 3.5 1.5 1203
CAM-B3LYP 973 28 12 974
LC-BLYP 457 13 0.6 457
©B97XD 752 3.0 13 752
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Fig. S1 Simulated absorption spectrum of complex [4] at various levels of theory.
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Fig. S5 Molecular electrostatic potential maps of complexes [1]
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Fig. S6 The frontier molecular orbitals involved in the low-energy region and
middle-energy region.
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Fig. S7 The TDM corresponding to the middle-energy electronic transitions of

complexes (a) [1]5-, (b) [2]:,(c) [3]i.,and (d) [4];; (the hydrogen atoms have

Fig. S8 The TDM associated with the S, state of complex [2]5
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Fig. S9 The TDM associated with the S, state of complex [3]3" (absorbing at 293.7
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