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NMR Study of reaction of 3 and acetone and acetone-d6
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Figure 1: NMR showing the apperance of peak at ~5.98 (appear from NH,) [A] NMR of reaction
mixture containg 3 and acetone-d6; [B] NMR of reaction mixture containg 3 and acetone;
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Figure 2: 'H NMR of neat CDCl;
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Crystallography

Intensity data for the yellow coloured crystal of 10b was collected at 298(2) K on a
OXFORD CrysAlis diffractometer system equipped with graphite monochromated Mo Ka
radiation A = 0.71073 A. The final unit cell determination, scaling of the data, and corrections
for Lorentz and polarization effects were performed with CrysAlis RED [1]. The structures
were solved by direct methods (SHELXS-97) [2] and refined by a full-matrix least-squares
procedure based on F? [3]. All the calculations were carried out using WinGX system Ver-
1.64 [4]. All non-hydrogen atoms were refined anisotropically; hydrogen atoms were located
at calculated positions and refined using a riding model with isotropic thermal parameters

fixed at 1.2 times the U, value of the appropriate carrier atom.
Computational Details

In order to understand the stability of various non-covalent interactions and m-stacking
motifs, some quantum chemical calculations were carried out. All the calculations were
performed using the Gaussian09 package.’ Initial geometries of the m-stacked and non-
covalentaly bonded dimers and trimers were taken from the respective crystal structures.
Starting from these initial geometries all dimeric and trimeric motifs were optimized by
keeping the interaction distances frozen. All calculations were performed at the density
functional theory (DFT) level using B3LYP® functional and 6-31G** basis set for all the
atoms. The stabilization energies for n-meric (dimeric [# = 2] and trimeric [# = 3]) motifs
involving the n number of molecules (AE,_.;) Was calculated from the formula AE,_e; = E,.
mer —(7 X Emonomer)- Emonomer Was calculated by optimizing a single molecule at the same level
of theory. The intermolecular interaction strengths are significantly weaker than either ionic
or covalent bonding, therefore it was essential to do basis set superposition error (BSSE)
corrections. The BSSE corrections in the interaction energies were done using Boys-Bernardi

scheme. In this paper all interaction energies have been reported after BSSE correction.”

24
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Fig. S1 Molecular graph of the dimer held by N—H--N=C interaction calculated by AIM
using B3LYP/6-31G** level of theory.

Fig. S2 Electrostatic potential surface for the monomer and dimer, red region indicates the

electron rich while blue region is indicative of the electron deficient sites.
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Tables of atom coordinates

Monomer
E=-1203.4827225

Standard orientation:

Center Atomic  Atomic Coordinates (Angstroms)
Number Number  Type X Y Z
1 8 0 -0.309786 -2.630323 -1.744274

2 7 0 2.223231 -2.827235 -0.951408
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-0.465260

-0.710535

0.501983

-0.823365

-1.621279

-0.184056

-0.560961

1.020769

-1.051693

-0.519124

-1.104797

2.870388

3.150922

2.842731

3.491410

-1.028740

-1.424427

-0.725050
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