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Figure S1. FTIR spectra of synthetized calcium phosphates. The main differences in the bands related with the
hydroxyl groups in hydroxyapatite related to octacalcium phosphate is signalized with red color in the proper structure.
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Figure S2. XRD of synthetized Ca-P materials. Bars indicated Ca-P patterns. ASTM # 26-1059 for OCP and 09-
432 for HAP
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Figure S3. FTIR spectra of three polymers used in this study: COL, CHI and ELR. The very similar structure is related with the
chemical structure of each one.
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Figure S4. (a) FTIR spectra of the individual layers integrating the 3CCHE scaffold. The blue asterisk indicates areas
with the main changes in the B-layer due to HAP. Each spectrum is the result of a measurement on each separate layer

and (b) FTIR spectra of the scaffolds without crosslinking. To remark the increase of the bands around 1000 cm™ due
to addition of calcium phosphates to the scaffolds.
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Figure S5. Micrograph of the overall structure of the 3CCHE scaffold (a, bar = 250 pm). Micrographs of the
between the B and M layers in the 3CCHE (b) and the 3CCHE.G (c) scaffolds. Bar = 100 pm.
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Figure S6. Evolution of complex modulus magnitude with strain amplitude for physically (open) and chemically (fill)
crosslinked scaffolds
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Figure S7. Loss factor for physically (open) and chemically (fill) crosslinked scaffolds. Each curve corresponds
to the average of three different samples measured. Error bars have been omitted for clarity.



20000 - . = ®m
18000 - amummm = ® = = = =
16000 |||"" e o o o o o
] eo 0o o o o
14000 __ /.....
3900 - N
3750 ok X XK kK
= 3600 "fﬁ = 3CCO.G 3CCHE.G
& 3450 ® 3CCH.G * 3CCH.N
g 2100 3 g U
~ 1800 g 8 °
i opoo o @ o
1500 - Wn“nzzz cooo o o o ©° ?
1200 __ &gﬂ:OOOOO
414 1
345
276
207 ' 1 ’ I 4 I ! I
0.0 0.5 1.0 1.5 2.0

Frequency” (Hz)”

Figure S8. Complex modulus magnitude of physically (open) and chemically (fill) crosslinked scaffolds. Each
curve corresponds to the average of three different samples measured. Error bars have been omitted for clarity.
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Figure S9. Evolution of complex modulus magnitude with % The continuous line corresponds to the linear
regression fitting in the range of 0.25-3 Hz for physically crosslinked scaffolds
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Figure S10. Evolution of complex modulus magnitude with % The continuous line corresponds to
the linear regression fitting in the range of 0.25-10 Hz for chemically crosslinked scaffolds
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Figure S11. Normalized relaxation modulus transients. The solid line corresponds to the exponential decay fitting of third
grade (according to Equation 2) for all the scaffolds (open and fill symbols correspond to physically and chemically crosslinked
scaffolds respectively, with the exception of 3CCHE that was fitted to two relaxation processes



