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Figure S1. Hydrodynamic diameter of BPEI-(PAA/SPS) coacervate prepared using
BPEI to polyanion ratio of 1:1 and 1:10, respectively, as a function of stirring time.
Polycation solution used is 40 mM BPEI and the polyanion solution was overall 40
mM in functional groups with a PAA to SPS ratio = 1:1.
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Figure S2. (a) FTIR of BPEI-(PAA/SPS) coacervate prepared using different BPEI
to polyanion ratio. Polycation solution used is 40 mM BPEI and the polyanion
solution was overall 40 mM in functional groups with a PAA to SPS ratio = 1:1.
Deconvolution of FTIR peaks at (b) 1400 — 1800 cm™! and (c) 750 — 900 cm™! regions
using Gaussian distributions.
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Figure S3. Calibration curve plotted using SPS/PAA repeat unit ratio versus
SPS/PAA peak intensity ratio, using the peak intensity at 836 cm! for SPS and the
sum of peak intensity at 1710 cm™! and 1560 cm! for PAA.

O 0 mM NaCl
O 50 mM NaCl
A 100 mM NaCl
v 200 mM NaCl N/A

N/A
N/A a
o]

N/A N/A

O
o
2

HH OIIPI<H

N
5

g 2
o O

110 15 12 11
BPEI:Polyanion

Figure S4. lonization degree of PAA in ternary coacervate formed at different BPEI
to polyanion stoichiometry and ionic strength.
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Figure SS5. Variation of PAA ionization degree in aqueous solution with
different ionic strength.
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Figure S6. Partition coefficient of MB into BPEI-PAA or BPEI-SPS coacervate
as a function of dielectric constant of solvent. The solvent dielectric constant
was adjusted by using ethanol-water mixture with volume percentage of ethanol
at 0%, 10% and 20%.
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Figure S7. UV-vis spectra of 0.01 mM MB in aqueous solution with presence
of 20 mM SPS and NaCl ranging from 0 to 500 mM. Maximum absorbance
wavelength of MB is fixed at 671 nm at various NaCl concentration, indicating
that ionic strength has little influence on the n-m interaction between MB and
SPS.
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Figure S8. Fluorescence emission spectra of SuM DHAQ in (a) BPEI-PAA and (b)
BPEI-SPS coacervate suspension with the addition of 0 to 1 equiv. Cu®* (0, 1, 2, 3,
4 and 5 pM for the curves from up to bottom respectively).
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Figure S9. Sequestration of DHAQ into BPEI-PAA, BPEI-SPS and BPEI-
(PAA/SPS) coacervate formed using 40 mM BPEI and 40 mM PAA, 40 mM SPS
or 40 mM mixture of PAA and SPS with a PAA to SPS ratio = 1:1, at 1:1 BPEI to
polyanion stoichiometry.



