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Figure S1. ORTEP drawing of the molecule 1 with the atom labeling scheme. Ellipsoids are drawn at 50%
probability level

Figure S2. ORTEP drawing of the molecule 7 with the atom labeling scheme. Ellipsoids are drawn at 50%
probability level.
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Figure S3. ORTEP drawing of the molecule 11 with the atom labeling scheme. Ellipsoids are drawn at 50%
probability level.

Figure S4. ORTEP drawing of the molecule 13 with the atom labeling scheme. Ellipsoids are drawn at 50%
probability level.

S3



Figure S5. ORTEP drawing of the molecule 16 with the atom labeling scheme. Ellipsoids are drawn at 50%
probability level.

Figure S6. ORTEP drawing of the molecule 17 with the atom labeling scheme. Ellipsoids are drawn at 50%
probability level.
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Fig. S7 Asymmetric part of the unit cell in 15 consisting of the deprotonated molecule of 16, 2-
aminoimidazolinium cation and two DMF molecules. The structure was solved on a twinned crystal and refined

to R, value of 0.20.

Table S8. Selected Theoretical and Experimental Bond Distances (A)

and Bond Angels (deg) for zwitterionic compound 1.

Bond Angle | B3LYP/6-31G™ HF/6-31G™ MP2/6-31G** Experimental
S104 1.834 1.7207 1.7207 1.6600
N304 1.379 1.2551 1.3551 1.4176
N3C3 1.340 1.3144 1.3144 1.3556
N2C3 1.331 1.3222 1.3329 1.3180
NIC3 1.357 1.3229 1.32222 1.3198
C3N304 118.13 118.23 118.23 112.54 (10)
C3NI1ClI 108.84 109.85 109.39 110.34
C3N2C2 109.34 109.39 109.85 110.23 (11)
N2C3N1 112.27 111.67 111.61 112.85(12)
N2C3N3 124.57 124.81 123.42 124.96 (12)
NIC3N3 123.13 123.42 124.81 122.09 (12)
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TCA_94_noe500
Solvent: DMS0-d6
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500 MHz spectrum of 6
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TCA_93_noe500
Solvent: DMSO-d6

500 MHz spectrum of 10
1D-NOESY
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