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Figure S1 — structures of the RAFT agents used
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Figure S2 — kinetic plot of the homopolymerization of NaAMPS in redox-RAFT conditions

P(NaAMPS)-RAFT acrylamide redox chain extension
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Figure S3 - kinetic plot of the homopolymerization of acrylamide in presence of P(NaAMPS)-RAFT chain

transfer agent under redox-RAFT conditions
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Figure S4 — kinetic plot for the co-polymerization of acrylamide and Na-AMPS in water under redox-RAFT
conditions
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Figure S5 — 1H NMR spectra of all polymers synthesized in this work (recorded in D,0)
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Figure S6 — 1H DOSY 2D spectrum recorded for the di-block copolymer in D,0
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Figure S7 — Change in cloudiness of solutions upon coacervation (tri-block copolymer)



Change in scattering intensity upon coacervation
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Figure S8 — Increase in scattering intensity upon coacervation of the block copolymer solutions
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Figure S9 — DLS size distribution of the cationic P(DMAPMA) homopolymer. The reliability of this measurement
is reduced by the high concentration of the polymer (required to reach sufficiently high scattering intensities),
as well as the lack of sample filtration (regular hydrophilic filters are not suitable for cationic polymers due to
very strong polymer adsorption). The multimodal distribution is reproducible on consecutive measurements
and could be related to some aggregation of the polymer at the concentration used.
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Figure S10 — Increase in scattering intensity upon coacervation of the random copolymer
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Figure S11 — Amplitude sweeps for the block copolymer coacervate gels showing the LVE
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Figure S12 — Shear viscosity for the solutions of the random coacervate
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Figure S13 — Change in the DLS size distribution for the triblock coacervate solution upon addition of small
amount of NaCl
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Figure S14 — Change in cloudiness of the diblock coacervate solution upon addition of salt

random coacervate — salt concentration sweep
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Figure S15 — Effect of salinity on the solution of the random coacervate



— gs-mixed after base-acid pH cycle

intensity

1 10 100 1000 10000
size [nm]

Figure S16 — Effect of pH cycle on the DLS size distribution of the triblock coacervate.



