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Scheme 1S: Reaction for the synthesis of the imidaurea
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Figure 1S: *HNMR spectra (500 MHz, DMSO-ds) of the imidaurea.
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Figure 2S: ®*CNMR (DMSO-dg, 125 MHz) spectra of the imidaurea.
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Figure 3S: High resolution mass spectra of imidaurea
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Figure 4S: Powder X-ray diffraction patterns of the (a) imidaurea, (b) CP1, (c) CP2, (d) CP3
(Green = Experimental, Blue = Simulated). Simulated pattern generated from CIF file).
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Figure 5S : Powder X-ray diffraction patterns of (a) CP2 after heating at 150° C for two days,
and (b) simulated pattern of CP1.
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Figure 7S : (a) Bravais, Friedel, Donnay and Harker crystal morphology of imidaurea; (b)
scanning electron microscopy image of the imidaurea.
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Figure 8S : (a) Bravais, Friedel, Donnay and Harker crystal morphology of CP1; (b) scanning
electron microscopy image of the CP1.
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Figure 9S : (a) Bravais, Friedel, Donnay and Harker crystal morphology of CP2; (b) scanning
electron microscopy image of the CP2.
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Figure 10S : (a) Bravais, Friedel, Donnay and Harker crystal morphology of CP3; (b) scanning
electron microscopy image of the CP3.
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Figure 11S: Scanning electron microscopic image of heat treated at 150° C for two days of CP2.
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Figure 12S: (a) IR-spectra, and (b) expansion of the IR-spectra of the solid samples of (i)

imidaurea, (i) CP1, (iii) CP2, (iv) CP3.
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Figure 13S: Packing patterns showing (a) layer-like assemblies of bunches in the CP1, and (b)
inter-chain inclusion in clefts in chains in the CP2.
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Figure 14S: *HNMR spectra (500 MHz) of the CP1 in DMSO-ds at (a) 293.15K, (b) 303.15K,
(iii) 313.15K, (iv) 323.15K, (v) 333.15K.
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Figure 15S: 'HNMR (500MHz) of the CP1 and CP2 in DMSO-ds
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Figure 16S: *HNMR spectra (500 MHz) of the CP2 in DMSO-ds at (a) 293.15K, (b) 303.15K,
(iii) 313.15K, (iv) 323.15K, (v) 333.15K.



_ 21 cp1 Size distribution by intensity
$ | Z-Average-419.9
£ | PDI-0.537
a 10
_‘ﬂ_‘-l
S s
0 _‘
“I cp1
& " Z-Average-314.4
T ¢ PDI-0.439
_ﬂ;
=
=
&
=
= 2
0
_ ¥ cp1
S .| Z-Average-348.8
£ PDI-0.356
g 10
&
=
= s
; il
T cp1
9 Z-Average-409.4
. 1°1 PDI-.0458
25
=
R
0

1 10 100 1000 10000
Size(d.nm)

Figure 17S: Plots of intensity vs particle size from dynamic light-scattering of the CP1 (80 pL
of 10*M) with different concentrations of isophthalic acid (OpL, 10uL,20uL,30uL 107*M,
bottom to top) in water.
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Figure 18S: Plots of intensity vs particle size determined from dynamic light-scattering of CP2
(80 pL of 10*M) with different concentrations of isophthalic acid (OuL, 10uL,20uL,30puL 10°
“M, bottom to top) in water.



