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S1. Crystallographic data

Table S1. Crystallographic details and refinement parameters for 3c and 4a.

Formula

Mass

T,K

Crystal system
Space group
Z(2)

a, A

b, A

c, A

o, °

B, °

o

Y,
v, A®

erysts g-cm’™
F(000)

2emax, °

Number of reflections
measured

Independent reflections
Reflections with 1>2a0(1)
Number of parameters
Ry

WR,

GOF

Residual electron density, e-A°

3(dmin/dmax)

3c
CeHsNgOs
242.17
100
Monoclinic
C2/c
8(1)
18.5628(3)
7.92780(10)
13.6589(2)
90
111.2210(10)
90
1873.77(5)
1.717
992
60

25668

2710
2598
178
0.0299
0.0777
1.040

0.481/-0.213

4a
CsH3N;O6
257.14
100
Monoclinic
P2:/n
4(1)
11.2782(3)
6.3430(2)
13.7366(4)
90
104.6130(10)
90
950.90(5)
1.796
520
58

11887

2533
2374
175
0.0306
0.0840
1.038

0.392/-0.277



Figure S3. The best root-mean-square overlap for the non-hydrogen atoms of the crystal (dashed

lines) and the equilibrium isolated (full lines) molecular conformations of 3c.



Figure S5. A general view of the independent unit of the ZUJCUF structure.
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Figure S6. A general view of the independent unit of the HEGLEM structure.



Figure S8. A general view of the independent unit of the NILZAM structure.



Figure S11. The best root-mean-square overlap for the non-hydrogen atoms of the crystal

(dashed lines) and the equilibrium isolated (full lines) molecular conformations of 4a.



S2. Computational details

A general formula used for the calculation of the enthalpies of formation was as follows:

AfHO(g) = 2Hatom - 24thermaiHatom — 2Dg

2Dy = 2CBS-4M(Hatom) - CBS-4M(Hmolecule)

Corrections on values of enthalpies of sublimation and enthalpies of vaporization were

calculated according to empirical formulae:

AH sty = 0.04476-T,

AfHO(Vap) = 0 02095'Tvap

Table S2. Atomic contributions to the enthalpies of formation.

AHC (0K), Thermal AAH, CBS-4M,
multiplicity
kcal mol™ kcal mol™ hartree
H 2 51.63 1.01 -0.500991
C 3 169.98 0.25 -37.786156
N 4 112.53 1.04 -54.522462
@) 3 58.99 1.04 -74.991202
Table S3. Calculated enthalpies of formation.
4a 4b 4c
CBS""(Hmolecule),
-1025.297561 -1025.294723 -1343.93672
hartree
>CBS-4M(Hatom),
-1022.038199 -1022.038199 -1339.821414
hartree
YDy, hartree 3.259362 3.256524 4.115306
AH g, keal mol™ 83.4 85.2 52.0
AH cona), kecal mol™ 67.9 (solid) 76.0 (liquid) 42.9 (liquid)

S$3. Copies of NMR spectra
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