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Table S1 — Chemical shifts obtained by 'H NMR spectroscopy — at 90 °C and using deuterated
DMSO as reference solvent — of resorcinol (Re), 4-Hexylresorcinol (4Re), p-nitrophenol (pNP) and

choline chloride (ChCl), and the eutectic mixtures prepared with different molar ratios of the

components.
d (ppm)
Re 4Re pNP Chcl
Sample Hat | Hat H at
P Hat | Hat | Hat | Hat | Hat | Hat | Hat | Hat | Hat | Hat Ega& Eza& Hat | Hat T\I?Z
Cc5 | cag6 | 2 |c12|c119| c8 | c7 | ¢c6 | c5 | C2 . c 2 | c1 | |
3
69 | 62 | 6.2
Re
(1H) | (2H) | (1H)
ARe 09 | 13 15 | 25 | 61 | 85 | 6.8
(3H) | (6H) | (2H) | (2H) | (1H) | (1H) | (1H)
81 | 6.9
PNP (2H) | (2H)
39 | 35 | 3.2
Chcl (2H) | (2H) | (9H)
N1 61| 62 | 58| 00| 04 |07] 17| 58|62 |58|72]60]32]25]22
PES 1 (IH) | (2H) | (1H) | (3H) | (BH) | (2H) | (2H) | (1H) | (2H) | (IH) | (2H) | (2H) | (2H) | (2H) | (9H)
rRcap | 61| 57 | 58 ] ] ] ] ] ] ] ] ] 28 | 20 | 1.7
(3H) | (6H) | (3H) (2H) | (2H) | (9H)
AReC31 02 | 06 | 08| 18| 58| 6.1 | 6.0 31 | 24 | 20
(3H) | (18H) | (6H) | (6H) | (3H) | (3H) | (3H) (2H) | (2H) | (9H)
pNPC3 ] ] ] ] ] ] ] ] ] ] 72 | 63 | 36 | 3.1 | 2.7
1 (6H) | (6H) | (2H) | (2H) | (9H)

These peaks are all included in the signal at 5.8 ppm.
" These peaks are all included in the signal at 6.2 ppm.



Table S2 - Chemical shifts obtained by 'H NMR spectroscopy — at room temperature and using

CDCl; as the external reference — of resorcinol (Re), 4-Hexylresorcinol (4Re), p-nitrophenol (pNP)

and choline chloride (ChCl), and the D,0O diluted eutectic mixtures prepared with different

compositions of them (N1pgs, N2pes and N3pgs).

3 (ppm)
Re 4Re pNP Chcl
Sample H at
H at H at Hat | Hat 611- Hat | Hat | Hat | Hat | Hat H at Hat | Hat | Hat | Hat
c5 C4&6 Cc2 C12 9 c8 c7 Ccé6 Cc5 Cc2 C3&5 | C2&5 | C2 C1 NCH;
Re 7.0 7.4 6.3
(1H) | (2H) | (1H)
4ARe 0.9 13 1.5 2.5 6.3 6.9 6.3
(3H) | (6H) | (2H) | (2H) | (1H) | (1H) | (1H)
8.1 6.9
PNP (2H) | (2H)
4.1 3.6 3.2
Chdl (2H) | (2H) | (9H)
Diluted 6.6 6.3 *6.2 | 0.6 1.0 1.2 22 | *6.2 | 6.4 | *6.2 6.8 6.4 3.8 3.1 2.8
Nlpes | (1H) | (2H) | (1H) | (3H) | (6H) | (2H) | (2H) | (1H) | (1H) | (1H) | (2H) | (2H) | (2H) | (2H) | (9H)
Diluted 6.8 6.4 *6.3 | 0.6 0.9 1.2 22 | *63 | 6.6 | *6.3 7.6 6.6 3.9 3.2 2.9
N2pes | (1H) | (2H) | (1H) | (3H) | (6H) | (2H) | (2H) | (1H) | (1H) | (1H) | (4H) | (4H) | (2H) | (2H) | (9H)
Diluted 6.8 6.4 *6.3 | 0.5 0.9 1.2 22 | *63 | 6.6 | *6.3 7.6 6.6 3.9 33 3.0
N3pes | (1H) | (2H) | (1H) | (3H) | (6H) | (2H) | (2H) | (1H) | (1H) | (1H) | (6H) | (6H) | (2H) | (2H) | (9H)

* These peaks are all included in the signal at ca. 6.2-6.3 ppm.




Table S3 - Chemical shifts obtained from the 'H NMR spectrum — at room temperature and using
deuterated DMSO as the external reference — of a D,0 dilution of pNP-ChCI (25 wt%) with a molar
ratio of 0.15:1. It is worth noting that the chemical shifts of the pNP-ChCl mixture in D,O are
similar to those of pNP and ChCl in N1pgs, N2pes and N3pes when they were also diluted in DO (see

Table S2).

d (ppm)

Sample _ pNP _ Chal _
Ha Ha Ha
C38&5 C28&5 HatC2 | HatCl NCHs

8.1 6.9

NP

P (2H) (2H)
41 36 32
Chcl (2H) (2H) (9H)
Diluted 75 63 35 30 26
pNP:ChCl0.15:1 | (0.3H) | (0.3 H) (2H) (2H) (9H)

Table S4 - XPS binding energy values of carbon, nitrogen and oxygen - obtained after

deconvolution of the XPS spectra - for N3c@s00 and N3c@soo-

Sample Cils N1s O1s O/C at N/C at
398.6 (39)
284.8 (67)
400.0 (40) | 532.4 (47)
N3c@so00 228868.22((267)) 401.6 (13) 533.8 (53) 0.118 0.039
' 405.0 (8)
284.8 (70)
286.2 (15) | 398.6(31)
532.4 (58)
N3cesoo 287.5 (10) 400.0 (52)
289.4 (5) 401.4 (17) 533.8 (42) 0.099 0.016




Figure S1 — From top to bottom, *H NMR spectra — at 90 °C and using deuterated DMSO as the
external reference — of N1pgs, and of the binary DESs formed between Re:ChCl, pNP:ChCl, and

4Re:ChCl with a 3:1 molar ratio.
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Figure S2 — "H NMR spectra — at 90 °C and using deuterated DMSO as reference solvent — of (from

top to bottom) of Re, 4Re, pNP, and ChCl.
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Figure S3 — 'H NMR spectra — at room temperature and using deuterated CDCl; as the external

reference — of diluted DES (from top to bottom) N1pgs, N2pes and N3pgs.
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Figure S4 — 'H NMR spectra — at room temperature and using deuterated CDCl; as the external

reference — of the freeze-dried extracts obtained after thorough full washing of N1gg, N2gg and

N3geL.
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Figure S5 - 'H NMR spectrum — at room temperature and using deuterated DMSO as the external

reference — of a D,0 dilution of pNP-ChCl (25 wt%) with a molar ratio of 0.15:1.
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Figure S6 — XRD pattern of the residue — e.g. pNP-ChCl with a molar ratio of 0.15:1 as revealed by
NMR — obtained from the thorough full washing of the resin resulting from co-condensation.

Crystals were formed upon the evaporation of the water — 90 2C overnight — used for washing.
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Figure S7 — SEM micrographs of (from left to right) N1c@aoo, Nlc@soo and Nlc@eoo-




Figure S8 — SEM micrographs of (from left to right) N2c@a400, N2c@soo0 and N2c@so0-




Figure S9 — SEM micrographs of (from left to right) N3c@a400, N3c@so0 and N3c@so0-
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