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Figure S1. Equilibrated configurations of the polymers/monolayer complexes for the
case of C,=0.00185. The resuts are for (a, b) PC:PIP,=99:1 and (c, d)
PC:PS:PIP,=89:10:1. Green and violet spheres denote the cationic and charge-neutral
segments of the polymers; red, blue and yellow spheres represent the PIP,, PS and PS
lipid headgroups. The segmental ionizations (f) of the polymers are set as (a, ¢) 0.5 and
(b, d) 1.0, respectively.
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Figure S2. Fraction (p;) of the total sequestered PIP, (solid symbols) and PS (vacant
symbols) lipids in the interaction zones of all anchored polymers, and the number (M)
of PIP; (solid symbols) and PS (vacant symbols) sequestered in the interaction zones of
each anchored polymer. The segmental ionization fraction (f) varies from 0.3 to 1.0. The
polymer concentration ranges from (a) C;,=0.00092, (b) C,=0.00185, (c) C;,=0.0037 to (d)

C;=0.0074. The results shown are for PC:PIP,=99:1.
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Figure S3. Radial distribution functions of the PIP, lipids. The segmental ionization
fraction (f) varies from 0.5 to 1.0, and the polymer concentration ranges from
C,=0.00185 to C,=0.0074. The results shown are for PC:PIP,=99:1.
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Figure S4. Radial distribution functions of the PIP, and PS lipids. The segmental
ionization fraction (f) varies from 0.5 to 1.0, and the polymer concentration ranges from
C,=0.00185 to C,=0.0074. The results shown are for PC:PS:PIP,=89:10:1.
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Figure S5. MSD of (a, c) the center of mass (m,:) and (b, d) the ends (m,.) of the
anchored polymers in each 50 MC steps. The segmental ionization fraction (f) varies
from 0.3 to 1.0, and the polymer concentration (C,) ranges from C,=0.00092 to
Cp=0.0074. The results shown are for (a, b) PC:PIP,=99:1 and (¢ and d)
PC:PS:PIP,=89:10:1.
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Figure S6. MSD of the center of mass of the sequestered PIP, micro-domains (mg4.pip.,
the solid symbols and solid lines), and MSD of the center of mass of the anchored
polymers (mp, the vacant symbols and dashed lines) in each 50 MC steps. The segmental
ionization fraction (f) varies from 0.3 to 1.0, and the polymer concentration (C,) ranges
from (a) C;,=0.00092, (b) C,=0.00185, (¢) C;,=0.0037 to (d) C;,=0.0074. The results shown
are for PC:PIP,=99:1.
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Figure S7. MSD of the center of mass of the sequestered PIP, micro-domains (mg4.pip.,
the solid symbols and solid lines) and PS micro-domains (m4.ps, the vacant symbols and
solid lines), and MSD of the center of mass of the anchored polymers (m,, the vacant
symbols and dashed lines) in each 50 MC steps. The segmental ionization fraction (f)
varies from 0.3 to 1.0, and the polymer concentration (C,) ranges from (a) C,=0.00092,
(b) C,=0.00185, (c) C,=0.0037 to (d) C,=0.0074. The results shown are for
PC:PS:PIP,=89:10:1.
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Figure S8. MSD of single PIP; (m).pip,, solid symbols and solid lines) sequestered in each
interaction zone in each 50 MC steps The segmental ionization fraction (f) varies from
0.3 to 1.0, and the polymer concentration (C,) ranges from (a) C,=0.00092, (b)
Cp=0.00185, (¢) C,=0.0037 to (d) C;,=0.0074. The results shown are for PC:PIP,=99:1.
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Figure S9. MSD of single PIP; (mpip,, solid symbols and solid lines) and single PS (m).ps,
vacant symbols and solid lines) sequestered in each interaction zone in each 50 MC
steps The segmental ionization fraction (f) varies from 0.3 to 1.0, and the polymer
concentration (C,) ranges from (a) C,=0.00092, (b) C,=0.00185, (c) C,=0.0037 to (d)
Cp=0.0074. The results shown are for PC:PS:PIP,=89:10:1.
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