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Fig. S1. A complete composition of the asymmetric unit for both crystal structures, 1 (a) and 2 (b). Hydrogen bonds within asymmetric units are shown with dotted blue lines.
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Fig. S2. The crystal packing fragment of 1 (a) and 2 (b) illustrating the formation of 1D-chains via the same N4-H...O1 hydrogen bond. In the case of 1 the neghburing molecules within the chain are additionaly connected via water molecules (O1w−H2w...N1 and O1w−H1w...N2 hydrogen bonds, Table 2).
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Fig. S3. Molecules of 3 use the N3-H…O1 hydrogen bonds to form the centrosymmetric dimers.
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(b)
Fig. S4. The centrosymmetric dimers of 3 are interconnected via  N1-H…N4 hydrogen bonds into bulky 2D (two-dimensional) network which extends in the (100) crystallographic plane. Packing diagram of 3 is shown in two orthogonal projections, (a) and (b).
Table S1. Selected crystallographic data for 1, 2 and 3.
	
	1
	2
	3

	Empirical Formula
Formula weight

Colour, shape

Temperature (K)

Crystal size (mm)

Crystal system

Space group

Lattice constants

a (Å)

b (Å)

c (Å)

α (°)

β (°)

γ (°)

Volume (Å3)

Z

((Å)

Calculated density, ρ  (g cm-3)

θ rang for data collection (°)

Absorption coefficient (mm-1)

F(000)

Reflections collected

Independent reflections 

Parameters

Goodness-of-fit

R1, wR2 [I > 2σ(I)]

Largest diff. peak and hole (eÅ-3)
	C30 H28 N4 O3 

492.56

Yellow, block

100(1) 

0.16 x 0.31 x 0.34

Orthorhombic

Pna21
14.3066(2)

19.4946(3)

8.89550(10)

90

90

90

2480.97(6)

4

0.71073

1.319

1.77 – 30.55 

0.087

1040

35072

7508 (Rint = 0.0376)

352

1.045

0.045, 0.101

0.309 and -0.276
	C33 H31 N4 O2 Cl3 

621.97

Yellow, needle

100(1) 

0.10 x 0.11 x 0.67

Orthorhombic

Pbca

13.9728(4)

16.9180(6)

26.5240(6)

90

90

90

6270.1(3)

8

0. 71073
1.318

2.41 – 30.03

0.329

2592

35400

3220 (Rint = 0.0687)

391

1.035

0.0534, 0.1202

0.421 and -0.532
	C21 H14 N4 O

338.36

Colourless, plate

100(1) 

0.06 x 0.18 x 0.28

Monoclinic

P21/c
12.7120(6)

16.2571(6)

7.7380(3)

90

91.305(3)

90

1598.72(11)

4

0. 71073
1.406 

2.51 – 29.98
0.090

704

17850

4584 (Rint = 0.0747)

243

1.042

0.0696, 0.1227

0.317 and -0.268 


NMR Spectra of New Compounds 
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Fig. S5. 1H NMR of 1
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b

Fig. S6a & S6b. 13C NMR of 1
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Fig. S7. 1H NMR of 2
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Fig. S8. 13C NMR of 2
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Fig. S9. 1H NMR of 3
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Fig. S10. 13C NMR of 3

