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Figure S1. (A) Representative scanning electron microscope images of PB-Gel-2, PB-Gel-
4, PB-Gel-8. (B) Three kinds of PB-Gel (Rom/PB-Gel) containing Rom were surgically
implanted in non-tumor-bearing BALB/c mice, and the in vivo release behavior of Rom in
PB-Gel was observed by VIS spectrophotometric imaging system at a specified time point.
(C) Cumulative release behavior curve of PQ912 from PB-Gel. (D) Swelling rate of
multiarm polyethylene glycol derivatives. Data shown are means £SD (n = 3).
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Figure S2. (A) Schematic diagram of hydrogel (PB-Gel) formed by Tetra-PEG-SS and
BSA. (B) Effect of pH of BSA solution on the gelation time of PB-Gel. Data shown are
means £SD (n = 3). (C) Dynamic frequency sweep of PB-Gel.
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Figure S3. Viability of (A) 4T1 and (B) B16F10 cells treated with different concentrations
of PQ912. Data shown are means =SD (n = 3).
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Figure S4. (A) Rom/PB-Sol, Rom/PB-Gel were in situ treated surgically into non-tumor-
bearing mice respectively and I1VIS spectrophotometric imaging system was performed at
the specified time points. (B) Quantification of fluorescence VIS imaging. Data shown are
means £SD (n = 3).
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Figure S5. Bioluminescent images of B16F10 melanoma growth after treatment at
different times (n = 3).
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Figure S6. Immunofluorescence of the (A) center and (B) periphery of B16F10 tumor
tissue showing CD80"F4/80" cells infiltration. Scale bar, 50 um.
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Figure S7. Immunofluorescence of the (A) center and (B) periphery of B16F10 tumor
tissue showing CD8" T cells infiltration. Scale bar, 50 um.
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Figure S8. PQ/PB-Gel reversed immunosuppressive TME after B16F10 melanoma
surgery. (A) Representative flow cytometric images (left) and relative quantitative images
(right) of CD4"Foxp3™* T cells gating on CD3*CD45" cells. Data are presented as means +
SD (n = 5). (B) Representative flow cytometric images (left) and relative quantitative
images (right) of MDSCs (CD11b*Gr-1*) gating on CD45* cells. (C) Representative flow
cytometry images (left) and relative quantitative images (right) of CD45" cells. Data are
presented as means £SD (n = 5). Data are presented as means =SD (n = 5). *P < 0.05,
**P <0.01, ***P < 0.001 and ****P < 0.0001 by one-way analysis of variance.
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Figure S9. Cytokine levels in the serum from mice isolated 12 days after different
treatments. The black dotted line showed the cytokine levels of the mice without tumor.
Data are presented as mean =SD (n = 3). *P < 0.05, **P < 0.01, ***P < 0.001 and ****pP

< 0.0001 by one-way analysis of variance.
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Figure S10. Representative flow cytometric images (left) and relative quantitative images
(right) of CD8" Tcwm cells (CD44*CD62L*) and Tewm cells (CD44"CD62L) in spleens of
mice gating on CD3" cells in different treatment groups. Data are presented as means +SD
(n=5). *P <0.05, **P < 0.01, ***P < 0.001 and ****P < 0.0001 by two-tailed Student’s

t test.
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Figure S11. Relative quantitative images of CD4* and CD8* Tem cells (CD44*CD62L” in
spleens of mice of different treatment groups gating on CD3" cells. Data are presented as
means =SD (n = 5). *P < 0.05, **P < 0.01, ***P < 0.001 and ****P < 0.0001 by two-

tailed Student’s t test.
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Figure S12. (A) Diagram of treatment schedule. (B) Bioluminescence image of proximal
B16F10 in situ unresected tumor treated with different treatments in mice (n = 6). (C)

Survival of proximal B16F10 in situ unresected tumors treated with different treatments (n
=8).
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Figure S13. PQ/PB-Gel for triggering antitumor innate and adaptive immune response
after 4T1 tumor surgery. (A) Representative flow cytometric analysis of T cells infiltration
within the tumor gating on CD3* cells (left) and relative quantitative images (right) of
CD4" T cells gating on CD3*CD45" cells. Data are presented as means =SD (n = 4) (B)
The quantification results of CD8" cells gating on CD3*CD45" cells in different groups.
Data are presented as means =SD (n = 4) (C) Mean fluorescence intensity (MFI) of CD47.
Data are presented as means =SD (n = 5). (D) The relative quantitative images of M2-like
TAMs (CD206F4/80%) gating on CD11b*CD45* cells. Data are presented as means =SD
(n = 4). (E) Representative flow cytometric images (left) and relative quantitative images
(right) of MDSCs (CD11b*Gr-1%) gating on CD45" cell. Data are presented as means +SD
(n=4).*P <0.05, **P < 0.01, ***P < 0.001 and ****P < 0.0001 by two-tailed Student’s
t test.
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Figure S14. Cytokine levels in the serum from mice isolated 12 days after different
treatments. The black dotted line showed the cytokine levels of the mice without tumor.
Data are presented as means £SD (n = 3). *P < 0.05, **P < 0.01, ***P < 0.001 and ****P

< 0.0001 by one-way analysis of variance.
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