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HPLC-MS of gelator B
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'H NMR of gelator C
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COSY NMR of gelator C
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HPLC-MS of gelator C

DAD1 B, Sig=254 4 Ref=450,80 (2022-12-05\FC83_washed.D)
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'H NMR of gelator E
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COSY NMR of gelator E
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HPLC-MS of gelator E
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'H NMR of gelator F
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HPLC-MS of gelator F
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Table S1. List of the properties of the green solvents used (T, dielectric constant and density) taken
from stenutz.eu; the LogP were calculated using molinspiration (https://www.molinspiration.com).

Hansen solubility parameters (d4, dp, dn) calculated with the free software ZoomLab® from BASF,
according to Hoy’s method! (https://pharmaceutical.basf.com/global/en/pharma-solutions/about-
basf-pharma/digitalization/zoomlab).

Solvent To (°C)  LogP 2211::;;‘: ?;;‘S’ da B on
GVL 207 -0.46 36.14 1.103 1686 | 11.30 | 10.29
DMC 90.3 0.15 3.00 1.07 1452 | 1084 | 1479
DEC 127 0.90 3.10 0.976 1511 | 929 | 1234
iPrOH 82 0.42 19.92 0.786 1487 | 465 | 1622

iAmOH 131 1.33 15.20 0.812 1419 | 922 | 1579

Figure S1. Photos of the gels obtained at their MGC.
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Table S2. Gelation tests with the indication of T4, the temperature necessary to dissolve the gelator.

Gelator Gel SOLVENT Ta (°C)
D - All -
A5 iAmOH 60
A
A7 GVL:H:0 1:1 60
E E8 GVL:H:0 3:7 40
B2 DMC 60
B3 DEC 90
B B4 iPrOH 90
B5 iAmOH 90
B6 GVL:H:0 7:3 40
; F4 PrOH 70
F7 GVL:H:0 1:1 60
c2 DMC 80
C3 DEC 90
c4 iPrOH 90
C C5 iAmOH 90
C6 GVL:H:0 7:3 60
C7 GVL:H:0 1:1 60
C8 GVL:H:0 3:7 60
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Table S3. Maximum temperature (Tmax) and duration of the plateau for the temperature sweep
tests on the different molecule/solvent samples.

Gel Tmax (°C) Plateau (min)
B2 75 5
B3 93 10
B5 93 10
C2 93 10
C3 93 10
C5 93 10
F4 75 10
10°3
] A5
10*3
g103'§ %%%%%%%%%%%%%%
(L) ] ? o ; :
1073 ggg
] o (G o G"
101 MR | T T T T T MR | T T T
107 10 10° 10’ 10°
v (%)

Figure S2. Amplitude sweep of the gel A5. The tests were performed in triplicate, and the results are
reported as mean * standard deviation.
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Figure S3. Amplitude sweep of the gel F4. The tests were performed in triplicate, and the results are

reported as mean * standard deviation.

Table S4. Values of G’ of the gels obtained at their MGC, taken from the amplitude sweeps at

v=0.03%

GEL MGC G’ (KPa)
A5 1.0% 1.9+£0.7
B2 1.0% 241+1.3
B3 1.2% 36.3+17.3
B4 0.4% 56+0.4
B5 0.6% 3.0+04
C2 1.0% 15.0+£3.7
C3 1.2% 6.6 2.2
C4 0.6% 79+34
C5 0.4% 41+0.5
F4 1.0% 143+24
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Figure S4. Frequency sweep of the gels obtained at their MGC (y=0.01%).
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Figure S5. Comparison of the amplitude sweep of the gels obtained in AAmOH and 'PrOH at 1.0%

w/v concentration.
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Figure S6. Comparison of the amplitude sweep of the gels before and after the temperature sweep
analysis (complete dissolution and reformation of the gels).
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Table S5. Tge of the gels obtained at their MGC, grouped by solvent, compared with their solvent

boiling point.
SAMPLE Solvent Tgel (°C) Solvent b.p. (°C) | Termoreversible
A5 5-iAmOH - 130-132 NO
F4 4 — PrOH 70 81-83 YES
80

G (Pa)

‘r___ .

100
Time (min)

{60 ©
{50 £
E
[1°]
G140 g
G" o
T {30 E
[t
120
200

Figure S7. Temperature sweep tests of gel F4. G (black, full circles), G” (grey, empty circles),

temperature ramp (red triangles).
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Figure S8. Frequency sweep of the gels obtained at their MGC (y=0.01%).

Table S6. Values of G” of the gels obtained at their MGC, taken from the amplitude sweeps at
v=0.03%

GEL MGC G’ (KPa)
A7 1.2% 272127
F7 0.6% 1.0+0.3
B7 1.6% 39.1+£21.9
c7 1.0% 36.7+2.6
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Table S7. Data extracted from the X-ray diffraction analysis. For each peak the maximum angle (26),

the angular spacing associated (d), and the crystallite size (D) are reported.

A B C
Peak1l 26 (°) 5.6 5.8 47
d (A) 15.8 15.1 18.7
D (nm) 362 5.4 9.9
Peak2 206 (°) 6.2 6.5
d (A) 14.3 13.6
D (nm) 346 12.2
Peak3 206 (9 9.5 9.3
d (A) 9.3 9.6
D (nm) 295 11.2
Peak4 206 (°) 10.7
d (A) 8.3
D (nm) 21.6
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LogP calculations from https://molinspiration.com/docu/mipc/:

Compound A
" Molinspiration Property Calculator — O X
@O X[m |4 “ H
Molecular Properties
<===~A000000H
c logP 7.42
N 0 / PSA 83.11
}D _ natoms 36
0
- NH—/ /_Q MW 491.58
5 :{: % 5 nON 7
F % nOHNH 1
0
Cl 0
Br
1
x  —

SMILES |[DE}:D}EE'1:CE[DEEEZEC:CE:CE}:C[DCESZEC:EC:ES}E:C1}DC(E}[E}E|

Properties Previous Molecule Clear End

Compound B

" Molinspiration Property Calculator - O X
D x| | - | A

Molecular Properties
- :ENéDQ@QOOm@
logP 8.94

M PsA 147.74
— natoms 67
0| | MW 907.07
S | | nON 12

F 0 Q. Q0 NOHNH 2
F m nviolations 3
| Br 0 NH

1

<
075
S

SMILES [INIC@HI(C(OC)=0)CC4=CCI0CC5=CC=CC=C5)=C(OCCH=CC=CC=Ch)C=C4 |

| Properties || Previous Molecule H Clear || End |
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Compound C

' Molinspiration Property Calculator - a x
%% [x[se] [ae| (| |=] | (m| P T
=H==~a0co00C=:
1€ S logP 9.27
o Q ons 55
o] MW 935.13
i [} Cl) o] nON 12
L m nOHNH 2
cl nviolations 3
R [%} NH
Br
n 7 0
: o )
x| (gl
o 5
/0
SMILES ‘MH}[C(OC):D}CCA:CC(OCCS:CC:CC:CS):C(DCCE:CC:CC:CE)C:C4|
‘ Properties H Previous Molecule || Clear H End ‘
Compound D
" Moalinspiration Property Calculator — a x
X|® " il ﬂ Molecular Properties
== ==~A000C00HK
C logP 6.24
N PSA 7387
natoms 28
0 MW 385.46
S X o noN 6
F nOHNH 1
] 0] ——
Cl
Br NH \_Q nroth 10
D\ volume 365.96
| 0
x
SMILES |D:C(N[C@H](C[DC}:D}CC‘]:CC:C(DCCE:CC:CC:CE}C:C‘l}DC(C}[C}C |
Properties Previous Molecule Clear End
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Compound E

" Molinspiration Property Calculator - O *
©g 2ed| it pl ‘ﬂ| Molecular Properties
—|=~AaD0oco0Ea
logP 7.19
T PSA 12927
— natoms 51
Ll MW 694.83
S | ‘ = noN 10
F 0. o o] NOHNH 2
] j/ /©/ nviolations 2
r| NN
I
| 0
‘@\/0
\Q\ NH S0
' o
R
SMILES |IC=CC=CE}C=C‘I}=D}N[C@H][C[UC}:U]CC3=CC=C(UCC4=CC=CC=C4}C=C3|
‘ Properties | | Previous Molecule | | Clear ‘ ‘ End ‘
Compound F
" Molinspiration Property Calculator - m} X
@D x|+ © Li}
Molecular Properties
<===~A000000@F®
¢ logP 8.18
T PSA 120.27
— natoms 53
|1l | = MW 722.88
L= Oy 0 0 noN 10
F nOHNH 2
a1 " "y, =z nviolations 2
L
1 o]

SMILES

£C=C0=C2)C=C1)=0IN[C@HI(CIOC)=0)CCI=CO=C{0CC4=CC=C0=C4)C=C3|

| Properties || Previous Molecule || Clear || End |
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